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July 8, 2020 

Attorney Docket No.: 12732-2003004 
Client Ref No.: US24652/ .. ./26813-C4 

Commissioner for Patents 
P.O. Box 1450 
Alexandria, VA 22313-1450 

Street Address 

Fish & Richardson P.C. 

1000 Maine Avenue, S.W. 

Suite 1000 
Washington, DC 20024 

Mail Address 

PO Box 1022 
Minneapolis, MN 55440-1022 

202 783 5070 main 

877 769 7945 fax 

Presented for filing is a New Continuation Patent Application For Prioritized Examination of: 

Inventor(s ): TERUAKI OCHIAI, T AKAHIRO KAWAKAMI, MA YUMI MIKAMI, YOHEI 
MOMMA, MASAHIRO TAKAHASHI and A Y AE TSURUTA 

Title: POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR 
MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, AND 
SECONDARY BATTERY 

The requirement for submission of the certified copies of the foreign priority documents under 
37 CFR 1.55 is satisfied in this application, as the certified copies are contained in the file of the 
related Application No. 15/638,449, filed June 30, 2017. 

This application claims the benefit of the filing date and priority of the following application(s): 

A1mlication No. Country or Region Filing Date 
15/638,449 United States June 30, 2017 

2017-119272 Japan June 19, 2017 
2017-084321 Japan April 21, 2017 
2017-030693 Japan February 22, 2017 
2017-002831 Japan January 11, 2017 
2016-133997 Japan July 6, 2016 
2016-133143 Japan July 5, 2016 

Enclosed are the following papers, including those required to receive a filing date under 37 
CFR 1.53(b): 

Application Data Sheet 
Specification 
Claims 
Abstract 
Declaration 
Drawing(s) 

Enclosures: 

Pages 
10 

112 
5 
1 

12 
58 

- Certification and Request for Prioritized Examination (Track 1 ), 2 pages 
- Power of Attorney (form PTO/ AIA/80), 2 pages. 
- Statement Under 37 CFR 3.73(c), 2 pages. 
- Copy a/Recorded Assignment, 9 pages, as filed in the parent application. Please 

enter in this application. 
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Commissioner for Patents 
July 8, 2020 
Page 2 

Track I processing fee 

Track I prioritized examination fee 

Basic Filing Fee 

Search Fee 

Examination Fee 

Publication fee 

Total Claims 24 over 20 

Independent Claims 4 over 3 

Fee for Multiple Dependent claims 

4 X $100 

1 X $460 

Application size fee for each 50 pages over I 00 
Total Sheets: 176 x .75 - 100/50 = Ix 

Total Filing fee 

$140 

$4000 

$300 

$660 

$760 

$0 

$400 

$460 

$0 

$400 

$7120 

Please apply any necessary charges or credits to Deposit Account 06-1050, referencing the 
attorney docket number shown above. 

I hereby authorize the USPTO to communicate in response to email communications from the 
undersigned and practitioners under Customer No. 26171 in accordance with 37 CFR 1.33 and 
37 CFR 1.34 concerning any subject matter of this application via email. I understand that a 
copy of these communications will be made ofrecord in the application file. (MPEP 502.03). 

If this application is considered to be incomplete, or if a telephone conference would otherwise 
be helpful, call the undersigned at (202) 783-5070. 

Send all correspondence to: 

Respectfully submitted, 

/John F. Hayden/ 

John F. Hayden 
Registration No. 37640 

JFH/sxw 

Enclosures 

41467252.doc 

26171 
Customer Number 
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Doc Code: TRACK1 .REQ 
Document Description: TrackOne Request 

PTO/AIA/424 (03-14) 

CERTIFICATION AND REQUEST FOR PRIORITIZED EXAMINATION 
UNDER 37 CFR 1.102(e) (Page 1 of 1) 

First Named 
Inventor: 

Temaki OCHIAI I Non provisional Application Number I Ne Contin ation 
(if known): W u 

Title of 
Invention: 

Positive Electrode Active Material, Method for Manufacturing Positive Electrode Active Material, and 
Secondary Battery 

APPLICANT HEREBY CERTIFIES THE FOLLOWING AND REQUESTS PRIORITIZED EXAMINATION FOR 
THE ABOVE-IDENTIFIED APPLICATION. 

1. The processing fee set forth in 37 CFR 1.17(i)(1 ), the prioritized examination fee set forth in 
37 CFR 1.17(c), and if not already paid, the publication fee set forth in 37 CFR 1.18(d) have 
been filed with the request. The basic filing fee, search fee, and examination fee are filed with 
the request or have been already been paid. I understand that any required excess claims fees 
or application size fee must be paid for the application. 

2. I understand that the application may not contain, or be amended to contain, more than four 
independent claims, more than thirty total claims, or any multiple dependent claims. 

3. The applicable box is checked below: 

I. [X] Original Application {Track One) - Prioritized Examination under§ 1.102{e){1) 

i. (a) The application is an original non provisional utility application filed under 35 U.S.C. 111 (a). 
This certification and request is being filed with the utility application via EFS-Web. 

---OR---
(b) The application is an original non provisional plant application filed under 35 U.S.C. 111 (a). 

This certification and request is being filed with the plant application in paper. 

ii. An executed inventor's oath or declaration under 37 CFR 1.63 or 37 CFR 1.64 for each 
inventor, or the application data sheet meeting the conditions specified in 37 CFR 1.53(f)(3)(i) is 
filed with the application. 

II. 0 Request for Continued Examination - Prioritized Examination under§ 1.102{e){2) 

i. A request for continued examination has been filed with, or prior to, this form. 
ii. If the application is a utility application, this certification and request is being filed via EFS-Web. 
iii. The application is an original non provisional utility application filed under 35 U.S.C. 111 (a), or is 

a national stage entry under 35 U.S.C. 371. 
iv. This certification and request is being filed prior to the mailing of a first Office action responsive 

to the request for continued examination. 
v. No prior request for continued examination has been granted prioritized examination status 

under 37 CFR 1.102(e)(2). 

SiQnature /John F. Hayden/ Date 2020-07-08 

Name Practitioner 
(Print/Typed) JohnF. Hayden ReQistration Number 37640 

Note: This form must be signed in accordance with 37 CFR 1.33. See 37 CFR 1.4(d) for signature requirements and certifications. 
Submit multiole forms if more than one sianature is reauired. • 

□ *Total of -- forms are submitted. 

41467249 .doc 
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Privacy Act Statement 

The Privacy Act of 1974 (P.L. 93-579) requires that you be given certain information in connection with your 
submission of the attached form related to a patent application or patent. Accordingly, pursuant to the requirements of 
the Act, please be advised that: (1) the general authority for the collection of this information is 35 U.S.C. 2(b)(2); (2) 
furnishing of the information solicited is voluntary; and (3) the principal purpose for which the information is used by the 
U.S. Patent and Trademark Office is to process and/or examine your submission related to a patent application or 
patent. If you do not furnish the requested information, the U.S. Patent and Trademark Office may not be able to 
process and/or examine your submission, which may result in termination of proceedings or abandonment of the 
application or expiration of the patent. 

The information provided by you in this form will be subject to the following routine uses: 

1. The information on this form will be treated confidentially to the extent allowed under the Freedom of 
Information Act (5 U.S.C. 552) and the Privacy Act (5 U.S.C 552a). Records from this system of records may 
be disclosed to the Department of Justice to determine whether disclosure of these records is required by the 
Freedom of Information Act. 

2. A record from this system of records may be disclosed, as a routine use, in the course of presenting evidence 
to a court, magistrate, or administrative tribunal, including disclosures to opposing counsel in the course of 
settlement negotiations. 

3. A record in this system of records may be disclosed, as a routine use, to a Member of Congress submitting a 
request involving an individual, to whom the record pertains, when the individual has requested assistance from 
the Member with respect to the subject matter of the record. 

4. A record in this system of records may be disclosed, as a routine use, to a contractor of the Agency having 
need for the information in order to perform a contract. Recipients of information shall be required to comply 
with the requirements of the Privacy Act of 1974, as amended, pursuant to 5 U.S.C. 552a(m). 

5. A record related to an International Application filed under the Patent Cooperation Treaty in this system of 
records may be disclosed, as a routine use, to the International Bureau of the World Intellectual Property 
Organization, pursuant to the Patent Cooperation Treaty. 

6. A record in this system of records may be disclosed, as a routine use, to another federal agency for purposes 
of National Security review (35 U.S.C. 181) and for review pursuant to the Atomic Energy Act (42 U.S.C. 
218(c)). 

7. A record from this system of records may be disclosed, as a routine use, to the Administrator, General 
Services, or his/her designee, during an inspection of records conducted by GSA as part of that agency's 
responsibility to recommend improvements in records management practices and programs, under authority of 
44 U.S.C. 2904 and 2906. Such disclosure shall be made in accordance with the GSA regulations governing 
inspection of records for this purpose, and any other relevant (i.e., GSA or Commerce) directive. Such 
disclosure shall not be used to make determinations about individuals. 

8. A record from this system of records may be disclosed, as a routine use, to the public after either publication of 
the application pursuant to 35 U.S.C. 122(b) or issuance of a patent pursuant to 35 U.S.C. 151. Further, a 
record may be disclosed, subject to the limitations of 37 CFR 1.14, as a routine use, to the public if the record 
was filed in an application which became abandoned or in which the proceedings were terminated and which 
application is referenced by either a published application, an application open to public inspection or an issued 
patent. 

9. A record from this system of records may be disclosed, as a routine use, to a Federal, State, or local law 
enforcement agency, if the USPTO becomes aware of a violation or potential violation of law or regulation. 

Page 2 
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PTO/AIA/14 (11-15) 
Approved for use through 04/30/2017. 0MB 0651-0032 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 

Under the Paperwork Reduction Act of 1995, no persons are required lo respond to a collection of information unless it contains a valid 0MB control number. 

Attorney Docket Number 12732-2003004 
Application Data Sheet 37 CFR 1. 76 

Application Number 

Title of Invention 
POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE 
ACTIVE MATERIAL, AND SECONDARY BATTERY 

The application data sheet is part of the provisional or nonprovisional application for which it is being submitted. The following form contains the 
bibliographic data arranged in a format specified by the United States Patent and Trademark Office as outlined in 37 CFR 1.76. 
This document may be completed electronically and submitted to the Office in electronic format using the Electronic Filing System (EFS) or the 
document may be printed and included in a paper filed application. 

Secrecy Order 37 CFR 5.2: 

D Portions or all of the application associated with this Application Data Sheet may fall under a Secrecy Order pursuant to 
37 CFR 5.2 (Paper filers only. Applications that fall under Secrecy Order may not be filed electronically.) 

Inventor Information: 

Inventor 11 I Remove I 
Legal Name 

Prefix Given Name Middle Name Family Name Suffix 

I IT (reruaki I ~CHIAI I IT 
Residence Information (Select One) US Residency • Non US Residency Active US Military Service 

City !tsugi, Kanagawa llcountry of Residence i If P I 

Mailing Address of Inventor: 

Address 1 b/o Semiconductor Energy Laboratory Co., Ltd. 

Address 2 t398, Hase 

City I t'-tsugi-shi, Kanagawa-ken I State/Province 11 

Postal Code I ~43-0036 I Countryi I ~p 

Inventor ~ I Remove I 
Legal Name 

Prefix Given Name Middle Name Family Name Suffix 

I B (rakahiro I t<AWAKAMI I B 
Residence Information (Select One) US Residency @ Non US Residency Active US Military Service 

City !tsugi, Kanagawa llcountry of Residence i 1f p I 

Mailing Address of Inventor: 

Address 1 c/o Semiconductor Energy Laboratory Co., Ltd. 

Address 2 ~98,Hase 

City I t'-tsugi-shi, Kanagawa-ken I State/Province 11 

Postal Code 1 ~43-0036 I Countryi I ~p 

Inventor ~ I Remove I 
Legal Name 

EFSWeb2.2.12 
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PTO/AIA/14 (11-15) 
Approved for use through 04/30/2017. 0MB 0651-0032 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 
Under the Paperwork Reduction Act of 1995, no persons are required lo respond lo a collection of information unless it contains a valid 0MB control number. 

Attorney Docket Number 12732-2003004 
Application Data Sheet 37 CFR 1. 76 

Application Number 

Title of Invention 
POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE 
ACTIVE MATERIAL, AND SECONDARY BATTERY 

Prefix Given Name Middle Name Family Name Suffix 

I B tv,ayumi I tv,n<AMI I B 
Residence Information (Select One) US Residency @ Non US Residency Active US Military Service 

City !tsugi, Kanagawa llcountry of Residence i if p I 

Mailing Address of Inventor: 

Address 1 b/o Semiconductor Energy Laboratory Co., Ltd. 

Address 2 t398, Hase 

City I ~tsugi-shi, Kanagawa-ken I State/Province 11 

Postal Code 1 ~43-0036 I Countryi I ~p 

Inventor ~ I Remove I 
Legal Name 

Prefix Given Name Middle Name Family Name Suffix 

I B f,'ohei I tv,oMMA I B 
Residence Information (Select One) US Residency @ Non US Residency Active US Military Service 

City lsehara, Kanagawa llcountry of Residence i if p I 

Mailing Address of Inventor: 

Address 1 b/o Semiconductor Energy Laboratory Co., Ltd. 

Address 2 t398, Hase 

City I ~tsugi-shi, Kanagawa-ken I State/Province 11 

Postal Code I ~43-0036 I Countryi I ~p 

Inventor ~ I Remove I 
Legal Name 

Prefix Given Name Middle Name Family Name Suffix 

I B tv,asahiro I lfAKAHASHI I B 
Residence Information (Select One) US Residency @ Non US Residency Active US Military Service 

City !tsugi, Kanagawa llcountry of Residence i If P I 

Mailing Address of Inventor: 

Address 1 b/o Semiconductor Energy Laboratory Co., Ltd. 

Address 2 ~98,Hase 

City I t,.tsugi-shi, Kanagawa-ken I State/Province 11 

Postal Code I ~43-0036 I Countryi I ~p 

EFS Web 2.2.12 
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PTO/AIA/14 (11-15) 
Approved for use through 04/30/2017. 0MB 0651-0032 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 
Under the Paperwork Reduction Act of 1995, no persons are required lo respond lo a collection of information unless it contains a valid 0MB control number. 

Attorney Docket Number 12732-2003004 
Application Data Sheet 37 CFR 1. 76 

Application Number 

Title of Invention 
POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE 
ACTIVE MATERIAL, AND SECONDARY BATTERY 

Inventor ~ I Remove I 
Legal Name 

Prefix Given Name Middle Name Family Name Suffix 

I B J\yae I (rSURUTA I B 
Residence Information (Select One) US Residency @ Non US Residency Active US Military Service 

City !tsugi, Kanagawa llcountry of Residence i If P I 

Mailing Address of Inventor: 

Address 1 c/o Semiconductor Energy Laboratory Co., Ltd. 

Address 2 ~98,Hase 

City I J\tsugi-shi, Kanagawa-ken I State/Province 11 

Postal Code I ~43-0036 I Countryi I ~p 

All Inventors Must Be Listed - Additional Inventor Information blocks may be 
I Add I generated within this form by selecting the Add button. 

Correspondence Information: 
Enter either Customer Number or complete the Correspondence Information section below. 
For further information see 37 CFR 1.33(a). 

D An Address is being provided for the correspondence Information of this application. 

Customer Number ~6171 

Email Address apsi@fr.com I I Add Email I I Remove Email I 

Application Information: 

Title of the Invention , 
LECTRODE ACTIVE MATERIAL AND SECONDARY BATTERY 

Attorney Docket Number Small Entity Status Claimed D 
Application Type 

Subject Matter 

Total Number of Drawing Sheets (if any) Suggested Figure for Publication (if any) 

EFS Web 2.2.12 
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PTO/AIA/14 (11-15) 
Approved for use through 04/30/2017. 0MB 0651-0032 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 
Under the Paperwork Reduction Act of 1995, no persons are required lo respond lo a collection of information unless it contains a valid 0MB control number. 

Attorney Docket Number 12732-2003004 
Application Data Sheet 37 CFR 1. 76 

Application Number 

Title of Invention 
POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE 
ACTIVE MATERIAL, AND SECONDARY BATTERY 

Filing By Reference: 
Only complete this section when filing an application by reference under 35 U.S.C. 111 (c) and 37 CFR 1.57(a). Do not complete this section if 
application papers including a specification and any drawings are being filed. Any domestic benefit or foreign priority information must be 
provided in the appropriate section(s) below (i.e., #Domestic Benefit/National Stage Information" and "Foreign Priority Information"). 

For the purposes of a filing date under 37 CFR 1.53(b), the description and any drawings of the present application are replaced by this 
reference to the previously filed application, subject to conditions and requirements of 37 CFR 1.57(a). 

I 

Application number of the previously Filing date (YYYY-MM-DD) Intellectual Property Authority or Country 
filed application 

I 11 

Pub I ication Information: 
D Request Early Publication (Fee required at time of Request 37 CFR 1.219) 

Request Not to Publish. I hereby request that the attached application not be published under 

D 35 U.S.C. 122(b) and certify that the invention disclosed in the attached application has not and will not be the 
subject of an application filed in another country, or under a multilateral international agreement, that requires 
publication at eighteen months after filing. 

Representative Information: 

Representative information should be provided for all practitioners having a power of attorney in the application. Providing 
this information in the Application Data Sheet does not constitute a power of attorney in the application (see 37 CFR 1.32). 
Either enter Customer Number or complete the Representative Name section below. If both sections are completed the customer 
Number will be used for the Representative Information during processing. 

Please Select One: • Customer Number I US Patent Practitioner 10 Limited Recognition (37 CFR 11.9) 

Customer Number ~6171 

Domestic Benefit/National Stage Information: 
This section allows for the applicant to either claim benefit under 35 U.S.C. 119(e), 120, 121, 365(c), or 386(c) or indicate 
National Stage entry from a PCT application. Providing benefit claim information in the Application Data Sheet constitutes 
the specific reference required by 35 U.S.C. 119(e) or 120, and 37 CFR 1.78. 
When referring to the current application, please leave the "Application Number'' field blank. 

Prior Application Status f=>ending I· I Remove I 
Filing or 371 (c) Date 

Application Number Continuity Type Prior Application Number (YYYY-MM-DD) 

I tontinuation of I· 15/638449 ~017-06-30 

Additional Domestic Benefit/National Stage Data may be generated within this form 
I Add I by selecting the Add button. 

EFS Web 2.2.12 

I 
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PTO/AIA/14 (11-15) 
Approved for use through 04/30/2017. 0MB 0651-0032 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 
Under the Paperwork Reduction Act of 1995, no persons are required lo respond lo a collection of information unless it contains a valid 0MB control number. 

Attorney Docket Number 12732-2003004 
Application Data Sheet 37 CFR 1. 76 

Application Number 

Title of Invention 
POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE 
ACTIVE MATERIAL, AND SECONDARY BATTERY 

Foreign Priority Information: 

This section allows for the applicant to claim priority to a foreign application. Providing this information in the application data sheet 

constitutes the claim for priority as required by 35 U.S.C. 119(b) and 37 CFR 1.5_5. When priority is claimed to a foreign application 

that is eligible for retrieval under the priority document exchange program (PDX)1 the information will be used by the Office to 

automatically attempt retrieval pursuant to 37 CFR 1.55(i)(1) and (2). Under the PDX program, applicant bears the ultimate 

responsibility for ensuring that a copy of the foreign application is received by the Office from the participating foreign intellectual 

property office, or a certified copy of the foreign priority application is filed, within the time period specified in 37 CFR 1.55(g)(1 ). 

I Remove I 
Application Number Countryi Filing Date (YYYY-MM-DD) Access Codei (if applicable) 

~016-133143 ~p ~016-07-05 

I Remove I 
Application Number Countryi Filing Date (YYYY-MM-DD) Access Codei (if applicable) 

~016-133997 ~p ~016-07-06 

I Remove I 
Application Number Countryi Filing Date (YYYY-MM-DD) Access Codd (if applicable) 

~017-002831 ~p ~017-01-11 

I Remove I 
Application Number Countryi Filing Date (YYYY-MM-DD) Access Codd (if applicable) 

~017-030693 ~p ~017-02-22 

I Remove I 
Application Number Countryi Filing Date (YYYY-MM-DD) Access Codei (if applicable) 

~017-084321 ~p ~017-04-21 

I Remove I 
Application Number Countryi Filing Date (YYYY-MM-DD) Access Codd (if applicable) 

12017-119272 ~p ~017-06-19 

Additional Foreign Priority Data may be generated within this form by selecting the 
Add button. I Add I 

Statement under 37 CFR 1.55 or 1. 78 for AIA (First Inventor to File) Transition 
Applications 

This application (1) claims priority to or the benefit of an application filed before March 16, 2013 and (2) also 
contains, or contained at any time, a claim to a claimed invention that has an effective filing date on or after March 

□ 16, 2013. 
NOTE: By providing this statement under 37 CFR 1.55 or 1. 78, this application, with a filing date on or after March 
16, 2013, will be examined under the first inventor to file provisions of the AIA. 

EFS Web 2.2.12 
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PTO/AIA/14 (11-15) 
Approved for use through 04/30/2017. 0MB 0651-0032 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 
Under the Paperwork Reduction Act of 1995, no persons are required lo respond lo a collection of information unless it contains a valid 0MB control number. 

Attorney Docket Number 12732-2003004 
Application Data Sheet 37 CFR 1. 76 

Application Number 

Title of Invention POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE 
ACTIVE MATERIAL, AND SECONDARY BATTERY 

Authorization or Opt-Out of Authorization to Permit Access: 

When this Application Data Sheet is properly signed and filed with the application, applicant has provided written 
authority to permit a participating foreign intellectual property (IP) office access to the instant application-as-filed (see 
paragraph A in subsection 1 below) and the European Patent Office (EPO) access to any search results from the instant 
application (see paragraph B in subsection 1 below). 

Should applicant choose not to provide an authorization identified in subsection 1 below, applicant must opt-out of the 
authorization by checking the corresponding box A or B or both in subsection 2 below. 

NOTE: This section of the Application Data Sheet is ONLY reviewed and processed with the INITIAL filing of an 
application. After the initial filing of an application, an Application Data Sheet cannot be used to provide or rescind 
authorization for access by a foreign IP office(s). Instead, Form PTO/SB/39 or PTO/SB/69 must be used as appropriate. 

1. Authorization to Permit Access by a Foreign Intellectual Property Office(s) 

A. Priority Document Exchange (PDX) - Unless box A in subsection 2 (opt-out of authorization) is checked, the 
undersigned hereby grants the USPTO authority to provide the European Patent Office (EPO), the Japan Patent Office 
(JPO), the Korean Intellectual Property Office (KIPO), the State Intellectual Property Office of the People's Republic of 
China (SIPO), the World Intellectual Property Organization (WIPO), and any other foreign intellectual property office 
participating with the USPTO in a bilateral or multilateral priority document exchange agreement in which a foreign 
application claiming priority to the instant patent application is filed, access to: (1) the instant patent application-as-filed 
and its related bibliographic data, (2) any foreign or domestic application to which priority or benefit is claimed by the 
instant application and its related bibliographic data, and (3) the date of filing of this Authorization. See 37 CFR 1.14(h) 
(1). 

B. Search Results from U.S. Application to EPO - Unless box B in subsection 2 (opt-out of authorization) is checked, 
the undersigned hereby grants the USPTO authority to provide the EPO access to the bibliographic data and search 
results from the instant patent application when a European patent application claiming priority to the instant patent 
application is filed. See 37 CFR 1.14(h)(2). 

The applicant is reminded that the EPO's Rule 141(1) EPC (European Patent Convention) requires applicants to submit a 
copy of search results from the instant application without delay in a European patent application that claims priority to 
the instant application. 

2. Opt-Out of Authorizations to Permit Access by a Foreign Intellectual Property Office(s) 

A. Applicant DOES NOT authorize the USPTO to permit a participating foreign IP office access to the instant 
D application-as-filed. If this box is checked, the USPTO will not be providing a participating foreign IP office with 

any documents and information identified in subsection 1A above. 

B. Applicant DOES NOT authorize the USPTO to transmit to the EPO any search results from the instant patent 
D application. If this box is checked, the USPTO will not be providing the EPO with search results from the instant 

application. 

NOTE: Once the application has published or is otherwise publicly available, the USPTO may provide access to the 
application in accordance with 37 CFR 1.14. 

EFS Web 2.2.12 
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PTO/AIA/14 (11-15) 
Approved for use through 04/30/2017. 0MB 0651-0032 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 
Under the Paperwork Reduction Act of 1995, no persons are required lo respond lo a collection of information unless it contains a valid 0MB control number. 

Attorney Docket Number 12732-2003004 
Application Data Sheet 37 CFR 1. 76 

Application Number 

Title of Invention 
POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE 
ACTIVE MATERIAL, AND SECONDARY BATTERY 

Applicant Information: 

Providing assignment information in this section does not substitute for compliance with any requirement of part 3 of Title 37 of CFR 
to have an assignment recorded by the Office. 

Applicant 11 I Remove I 
If the applicant is the inventor {or the remaining joint inventor or inventors under 37 CFR 1.45), this section should not be completed. 
The information to be provided in this section is the name and address of the legal representative who is the applicant under 37 CFR 
1.43; or the name and address of the assignee, person to whom the inventor is under an obligation to assign the invention, or person 
who otherwise shows sufficient proprietary interest in the matter who is the applicant under 37 CFR 1.46. If the applicant is an 
applicant under 37 CFR 1.46 (assignee, person to whom the inventor is obligated to assign, or person who otherwise shows sufficient 
proprietary interest) together with one or more joint inventors, then the joint inventor or inventors who are also the applicant should be 
identified in this section. 

I Clear I 
• Assignee 

I Legal Representative under 35 U.S.C. 117 I Joint Inventor 

Person to whom the inventor is obligated to assign. I Person who shows sufficient proprietary interest 

If applicant is the legal representative, indicate the authority to file the patent application, the inventor is: 

1·1 
Name of the Deceased or Legally Incapacitated Inventor: I 
If the Applicant is an Organization check here. ~ 
Organization Name I ~EMICONDUCTOR ENERGY LABORATORY CO., LTD. 

Mailing Address Information For Applicant: 

Address 1 398, HASE 
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DESCRIPTION 

Attorney Docket No.: 12732-2003004 
Client Ref. No.: US24652/ .. ./26813-C4 

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING 

POSITIVE ELECTRODE ACTIVE MATERIAL, AND SECONDARY BATTERY 

CROSS-REFERENCE TO RELATED APPLICATIONS 

This application is a continuation of U.S. Application Serial No. 15/638,449, filed June 

30, 2017, now allowed, which claims the benefit of foreign priority applications filed in Japan 

as Serial No. 2016-133143 on July 5, 2016, Serial No. 2016-133997 on July 6, 2016, Serial No. 

2017-002831 on January 11, 2017, Serial No. 2017-030693 on February 22, 2017, Serial No. 

2017-084321 on April 21, 2017, and Serial No. 2017-119272 on June 19, 2017, all of which are 

10 incorporated by reference. 

TECHNICAL FIELD 

[0001] 

One embodiment of the present invention relates to an object, a method, or a 

15 manufacturing method. The present invention relates to a process, a machine, manufacture, or 

a composition of matter. One embodiment of the present invention relates to a semiconductor 

device, a display device, a light-emitting device, a power storage device, a lighting device, an 

electronic device, or a manufacturing method thereof. In particular, one embodiment of the 

present invention relates to a positive electrode active material that can be used in a secondary 

20 battery, a secondary battery, and an electronic device including a secondary battery. 

[0002] 

In this specification, the power storage device is a collective term describing elements 

and devices having a power storage function. For example, a storage battery such as a lithium­

ion secondary battery (also referred to as secondary battery), a lithium-ion capacitor, and an 

25 electric double layer capacitor are included in the category of the power storage device. 

[0003] 

30 

Note that electronic devices in this specification mean all devices including power 

storage devices, and electro-optical devices including power storage devices, information 

terminal devices including power storage devices, and the like are all electronic devices. 

BACKGROUND ART 

[0004] 

In recent years, a variety of power storage devices such as lithium-ion secondary 

1 
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batteries, lithium-ion capacitors, and air batteries have been actively developed. In particular, 

demand for lithium-ion secondary batteries with high output and high energy density has rapidly 

grown with the development of the semiconductor industry, for portable information terminals 

such as mobile phones, smartphones, tablets, and laptop computers; portable music players; 

5 digital cameras; medical equipment; next-generation clean energy vehicles such as hybrid 

electric vehicles (HEV), electric vehicles (EV), and plug-in hybrid electric vehicles (PHEV); 

and the like. The lithium-ion secondary batteries are essential as rechargeable energy supply 

sources for today's information society. 

[0005] 

The performance required for lithium-ion secondary batteries includes increased energy 

density, improved cycle performance, safe operation under a variety of environments, and 

longer-term reliability. 

[0006] 

Thus, improvement of a positive electrode active material has been studied to increase 

15 the cycle performance and the capacity of the lithium ion secondary battery (Patent Document 

1 and Patent Document 2). 

[Reference] 

[Patent Documents] 

[0007] 

20 [Patent Document l] Japanese Published Patent Application No. 2012-018914 

[Patent Document 2] Japanese Published Patent Application No. 2015-201432 

25 

DISCLOSURE OF INVENTION 

[0008] 

Development of lithium ion secondary batteries and positive electrode active materials 

used therein is susceptible to improvement in terms of charge and discharge characteristics, 

cycle characteristics, reliability, safety, cost, and the like. 

[0009] 

An object of one embodiment of the present invention is to provide a positive electrode 

30 active material which suppresses a reduction in capacity due to charge and discharge cycles 

when used in a lithium ion secondary battery. Another object of one embodiment of the present 

invention is to provide a high-capacity secondary battery. Another object of one embodiment 

of the present invention is to provide a secondary battery with excellent charge and discharge 

characteristics. Another object of one embodiment of the present invention is to provide a highly 

35 safe or highly reliable secondary battery. 

2 
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Another object of one embodiment of the present invention is to provide a novel 

material, a novel active material particle, a novel secondary battery, or a formation method 

thereof. 

5 [00ll] 

Note that the descriptions of these objects do not disturb the existence of other objects. 

In one embodiment of the present invention, there is no need to achieve all the objects. Other 

objects can be derived from the description of the specification, the drawings, and the claims. 

[0012] 

To achieve the above objects, in one embodiment of the present invention, two kinds of 

regions which are different from a region inside the positive electrode active material are 

provided in a superficial portion of the positive electrode active material. It is preferable that 

the inner region contain a non-stoichiometric compound and the outer region contain a 

stoichiometric compound. 

15 [0013] 

In addition, it is preferable that the inner region contain titanium and the outer region 

contain magnesium. Furthermore, these two kinds of regions may overlap. 

[0014] 

In addition, it is preferable that the inner region be formed through a coating process 

20 such as a sol-gel method and the outer region be formed by segregation due to heating. 

[0015] 

One embodiment of the present invention is a positive electrode active material 

including a first region, a second region, and a third region. The first region is present inside 

the positive electrode active material. The second region and the third region are present in a 

25 superficial portion of the positive electrode active material. The third region is present in a 

region closer to a surface of the positive electrode active material than the second region is. The 

first region contains an oxide of lithium and a first transition metal and has a layered rock-salt 

crystal structure. The second region contains a non-stoichiometric compound containing an 

oxide of a second transition metal and the non-stoichiometric compound has a rock-salt crystal 

30 structure. The third region contains a compound ofrepresentative elements and the compound 

of representative elements has a rock-salt crystal structure. 

[0016] 

In the above structure, it is preferable that the first transition metal be cobalt, the second 

transition metal be titanium, and the compound of representative elements be magnesium oxide. 

35 [0017] 

3 



AMPEREX Ex. 1002 
Page 19

Attorney Docket No.: 12732-2003004 
Client Ref. No.: US24652/ .. ./26813-C4 

In the above structure, the third region may contain fluorine. Furthermore, the second 

region and the third region may each contain cobalt. 

[0018] 

In the above structure, it is preferable that crystal orientations of the first region and the 

5 second region be partly aligned with each other and crystal orientations of the second region 

and the third region be partly aligned with each other. 

[0019] 

In the above structure, a degree of a mismatch between a ( 1-1-4) plane of the layered 

rock-salt crystal structure in the first region or a plane orthogonal to the (1-1-4) plane and a 

10 { 100} plane of the rock-salt crystal structure in the second region is preferably less than or equal 

to 0.12, and a degree of a mismatch between the { 100} plane of the rock-salt crystal structure 

in the second region and a {100} plane of the rock-salt crystal structure in the third region is 

preferably less than or equal to 0.12. 

15 

[0020] 

Another embodiment of the present invention is a positive electrode active material 

containing lithium, titanium, cobalt, magnesium, oxygen, and fluorine. When the concentration 

of cobalt which is present in a superficial portion of the positive electrode active material and is 

measured by X-ray photoelectron spectroscopy is 1, the concentration of titanium is greater than 

or equal to 0.05 and less than or equal to 0.4, the concentration of magnesium is greater than or 

20 equal to 0.4 and less than or equal to 1.5, and the concentration of fluorine is greater than or 

equal to 0.05 and less than or equal to 1.5. 

[0021] 

Another embodiment of the present invention is a method for forming a positive 

electrode active material including: a step of mixing a source of lithium, a source of cobalt, a 

25 source of magnesium, and a source of fluorine; a step of heating the mixture of the source of 

lithium, the source of cobalt, the source of magnesium, and the source of fluorine at 800 °C or 

higher and 1100 °C or lower for 2 hours or longer and 20 hours or shorter to obtain particles 

containing lithium, cobalt, magnesium, oxygen, and fluorine; a step of dissolving titanium 

alkoxide into alcohol; a step of mixing the particles containing lithium, cobalt, magnesium, 

30 oxygen, and fluorine into the alcohol solution of the titanium alkoxide and stirring the mixed 

solution in an atmosphere containing water vapor; a step of collecting precipitate from the mixed 

solution; and a step of heating the collected precipitate at 500°C or higher and 1200 °C or lower 

in an atmosphere containing oxygen under a condition where a retention time is 50 hours or 

shorter. 

4 
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In the above formation method, a ratio of the number of atoms of lithium in the source 

of lithium to the number of atoms of cobalt in the source of cobalt is preferably greater than or 

equal to 1.00 and less than 1.07. 

5 [0023] 

In the above formation method, a ratio between the number of atoms of magnesium in 

the source of magnesium and the number of atoms of fluorine in the source of fluorine is 

preferably Mg:F = l:x (1.5 ::::: x :::::4). 

[0024] 

In the above formation method, the number of atoms of magnesium in the source of 

magnesium is preferably greater than or equal to 0.5 atomic% and less than or equal to 1.5 

atomic% of the number of atoms of cobalt in the source of cobalt. 

[0025] 

In the above formation method, lithium carbonate, cobalt oxide, magnesium oxide, and 

15 lithium fluoride can be used as a source of lithium, a source of cobalt, a source of magnesium, 

and a source of fluorine, respectively. 

[0026] 

When the surface of the positive electrode active material is covered with a coating film 

to protect the above crystal structure, a decrease in capacity due to charge and discharge cycles 

20 can be suppressed. As the coating film covering the surface of the positive electrode active 

material, a coating film containing carbon (a film containing a graphene compound) or a coating 

film containing lithium or a decomposition product of an electrolyte solution is used. 

[0027] 

In particular, powder in which the surface of the positive electrode active material is 

25 coated with graphene oxide using a spray dry apparatus is preferably obtained. The spray dry 

apparatus is a manufacturing apparatus using a spray dry method by which a dispersion medium 

is removed by supplying a hot wind to a suspension. 

[0028] 

When charge and discharge cycles are repeated, deformation of the particles of the 

30 positive electrode active materials, such as cracking or breaking, might occur. It is said that 

such deformation makes a new surface of the positive electrode active material exposed, and 

the surface is in contact with an electrolyte solution to cause a decomposition reaction or the 

like, so that the cycle characteristics and the charge and discharge characteristics of the 

secondary battery are degraded. 

35 [0029] 
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Thus, a coating film is preferably provided to prevent the deformation of the particles 

of the positive electrode active materials, such as cracking or breaking. 

[0030] 

However, when suspension is formed and stirred by a rotary and revolutionary mixer to 

5 coat the surface of the positive electrode active material whose weight per unit volume is large 

with graphene oxide whose weight is relatively small, coating is insufficient. 

[0031] 

Thus, to coat the surfaces of the particles of the positive electrode active materials with 

the graphene oxide, a method in which the graphene oxide and a polar solvent (such as water) 

10 are mixed and ultrasonic treatment is performed, the particles of the positive electrode active 

materials are mixed therein to prepare the suspension, and dried powder is produced with a spray 

dry apparatus is preferably used. The dried powder produced in this manner is referred to as a 

composite in some cases. 

15 

[0032] 

The size of one drop of spray liquid sprayed from a nozzle of the spray dry apparatus 

depends on a nozzle diameter. 

[0033] 

When the particle diameter is smaller than the nozzle diameter, there are a plurality of 

particles in one drop of the spray liquid sprayed from the nozzle. When the surface of the 

20 particle after drying under the condition where the largest particle size is smaller than the nozzle 

diameter is observed, there are some portions where the surface is coated with the graphene 

oxide; however, the coating is insufficient. 

[0034] 

The nozzle diameter of the spray dry apparatus is preferably substantially equal to the 

25 largest particle size of the active material because the coverage of the active material can be 

improved. Moreover, the largest particle size of the positive electrode active material is 

preferably adjusted to be substantially equal to the nozzle diameter in forming the positive 

electrode active material. 

30 

[0035] 

Since the graphene oxide is well dispersed into water, the suspension of water and the 

graphene oxide can be formed by stirring using ultrasonic waves. The positive electrode active 

material is added to the suspension, and the suspension is sprayed with the spray dry apparatus, 

whereby powder in which the surface of the positive electrode active material is coated with the 

graphene oxide can be obtained. 

35 [0036] 

6 



AMPEREX Ex. 1002 
Page 22

Attorney Docket No.: 12732-2003004 
Client Ref. No.: US24652/ .. ./26813-C4 

Note that the suspension becomes more acidic as the amount of graphene oxide is 

increased. Thus, part of the surface of the positive electrode active material (e.g., LiCo02 

containing Mg and F) might be etched. Then, a hydrogen ion exponent (pH) of the suspension 

before being sprayed is preferably adjusted to be close to approximately pH7, that is, close to 

5 neutral, or higher than or equal to pH8, that is, alkaline. For the pH adjustment, a Li OH aqueous 

solution is preferably used. For example, in the case where LiCo02 is used for the positive 

electrode active material and only pure water is used as the dispersion medium of the 

suspension, the surface of the positive electrode active material may be damaged. Thus, a mixed 

solution of ethanol and water is used as the dispersion medium of the suspension, whereby 

10 damage to the surface of the active material may be reduced. 

[0037] 

The suspension is formed in the above manner, whereby the positive electrode active 

material whose surface is coated with the graphene oxide can be prepared efficiently. When the 

surface is coated with the graphene oxide, the deformation of the particles of the positive 

15 electrode active materials, such as cracking or breaking can be prevented. Moreover, even if 

the positive electrode active material whose surface is coated with the graphene oxide is exposed 

to the air after the formation, the change of properties or degradation can be suppressed. Here, 

"after the formation" refers to a period from the termination of the formation of the positive 

electrode active material to the start of the fabrication of the secondary battery containing the 

20 positive electrode active material and includes the storing, the transporting, and the like of the 

positive electrode active material. In addition, when the coating film is formed, the positive 

electrode active material and the electrolyte solution can be prevented from being in direct 

contact with each other to react; thus, the secondary battery using the coating film has high 

reliability. 

25 [0038] 

30 

For the spray dry method, a known apparatus can be utilized, for example, a 

countercurrent pressure-nozzle-type spray dry apparatus and a counter-cocurrent pressure­

nozzle-type spray dry apparatus can be utilized. 

[0039] 

Note that the graphene oxide coating the surface of the active material may be reduced 

when used in the secondary battery. The reduced graphene oxide is referred to as "RGO" in 

some cases. In RGO, in some cases, part of oxygen atoms remains in a state of oxygen or atomic 

group containing oxygen that is bonded to carbon. For example, RGO includes a functional 

group, e.g., an epoxy group, a carbonyl group such as a carboxyl group, or a hydroxyl group. 

35 [0040] 
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Another embodiment of the present invention is a secondary battery which includes a 

positive electrode containing the above-described positive electrode active material or the 

above-described positive electrode active material coated with a coating film and a negative 

electrode. 

5 [0041] 

The secondary battery can have any of a variety of shapes to fit the form of the device 

to be used, for example, a cylindrical shape, a rectangular shape, a coin-type shape, and a 

laminated (flat plate) shape. 

[0042] 

According to one embodiment of the present invention, a positive electrode active 

material which suppresses a reduction in capacity due to charge and discharge cycles when used 

in a lithium ion secondary battery is provided. In addition, a secondary battery with excellent 

charge and discharge characteristics is provided. In addition, a highly safe or highly reliable 

secondary battery is provided. In addition, a novel material, a novel active material particle, a 

15 novel secondary battery, or a formation method thereof is provided. 

20 

BRIEF DESCRIPTION OF DRAWINGS 

[0043] 

In the accompanying drawings: 

FIGS. IA to 1 C show examples of a positive electrode active material; 

FIGS. 2A and 2B illustrate crystal structures of a positive electrode active material; 

FIG. 3 illustrates crystal structures of a positive electrode active material; 

FIGS. 4A-l, 4A-2, 4A-3, 4B, 4C, 4D-l, and 4D-2 show a sol-gel method; 

FIGS. SA to SC illustrate a segregation model of elements contained in a positive 

25 electrode active material; 

30 

35 

FIGS. 6A to 6D illustrate a segregation model of elements contained in a positive 

electrode active material; 

FIGS. 7 A and 7B are cross-sectional views of an active material layer containing a 

graphene compound as a conductive additive; 

FIGS. 8A to 8C illustrate a method for charging a secondary battery; 

FIGS. 9A to 9D illustrate a method for charging a secondary battery; 

FIG. 10 illustrates a method for discharging a secondary battery; 

FIGS. llA to llC illustrate a coin-type secondary battery; 

FIGS. 12A to 12D illustrate a cylindrical secondary battery; 

FIGS. 13A and 13B illustrate an example of a secondary battery; 

8 
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FIGS. 14A-l, 14A-2, 14B-l, and 14B-2 illustrate examples of secondary batteries; 

FIGS. 15A and 15B illustrate examples of secondary batteries; 

FIG. 16 illustrates an example of a secondary battery; 

FIGS. 17 A to l 7C illustrate a laminated secondary battery; 

FIGS. 18A and 18B illustrate a laminated secondary battery; 

FIG. 19 is an external view of a secondary battery; 

FIG. 20 is an external view of a secondary battery; 

FIGS. 21A to 21C illustrate a formation method of a secondary battery; 

FIGS. 22A, 22Bl, 22B2, 22C, and 22D illustrate a bendable secondary battery; 

FIGS. 23A and 23B illustrate a bendable secondary battery; 

FIGS. 24A to 24H illustrate examples of electronic devices; 

FIGS. 25A to 25C illustrate an example of an electronic device; 

FIG. 26 illustrates examples of electronic devices; 

FIGS. 27 A to 27C illustrate examples of electronic devices; 

15 FIG. 28 is a transmission electron microscope image of a positive electrode active 

material in Example 1; 

FIGS. 29Al, 29A2, 29Bl, 29B2, 29Cl, and 29C2 are FFT images of transmission 

electron microscope images of a positive electrode active material in Example 1; 

FIGS. 30Al, 30A2, 30Bl, 30B2, 30Cl, and 30C2 are element mapping images of a 

20 positive electrode active material in Example l; 

FIGS. 31Al, 31A2, 31Bl, 31B2, 31Cl, and 31C2 are element mapping images of a 

positive electrode active material of a comparative example in Example l; 

FIG. 32 is a graph showing TEM-EDX line analysis results of a positive electrode active 

material in Example 1; 

25 FIG. 33 is a graph showing charge and discharge characteristics of a secondary battery 

30 

35 

in Example 1; 

FIG. 34 is a graph showing charge and discharge characteristics of a secondary battery 

of a comparative example in Example 1; 

FIG. 35 is a graph showing cycle characteristics of a secondary battery in Example l; 

FIG. 36 is a graph showing cycle characteristics of a secondary battery in Example l; 

FIGS. 37A, 37Bl, 37B2, 37Cl, 37C2, 37D1, 37D2, 37El, and 37E2 are TEM-EDX 

plane analysis images of a comparative example in Example 2; 

FIGS. 38A, 38Bl, 38B2, 38Cl, 38C2, 38D1, 38D2, 38El, and 38E2 are TEM-EDX 

plane analysis images of a positive electrode active material in Example 2; 

FIGS. 39A, 39Bl, 39B2, 39Cl, 39C2, 39D1, 39D2, 39El, and 39E2 are TEM-EDX 

9 



AMPEREX Ex. 1002 
Page 25

5 

Attorney Docket No.: 12732-2003004 
Client Ref. No.: US24652/ .. ./26813-C4 

plane analysis images of a comparative example in Example 2; 

FIGS. 40A, 40Bl, 40B2, 40Cl, 40C2, 40D1, 40D2, 40El, and 40E2 are TEM-EDX 

plane analysis images of a positive electrode active material in Example 2; 

FIGS. 41A and 41B are each a graph showing EDX point analysis results in Example 2; 

FIGS. 42A and 42B are each a graph showing EDX point analysis results in Example 2; 

FIG. 43 is a graph showing rate characteristics of a secondary battery in Example 2; 

FIG. 44 is a graph showing temperature characteristics of a secondary battery m 

Example 2; 

FIG. 45 is a graph showing cycle characteristics of a secondary battery in Example 2; 

FIGS. 46A and 46B are each a graph showing XPS analysis results of a positive 

electrode active material in Example 3; 

FIGS. 47A and 47B are each a graph showing cycle characteristics of a secondary 

battery containing a positive electrode active material in Example 3; 

FIG. 48 is a graph showing cycle characteristics of a secondary battery containing a 

15 positive electrode active material in Example 3; 

20 

25 

30 

FIG. 49 is a graph showing cycle characteristics of a secondary battery containing a 

positive electrode active material in Example 3; 

FIGS. 50A to SOC are each a graph showing charge and discharge characteristics of a 

secondary battery containing a positive electrode active material in Example 3; 

FIGS. 51A to 51C are SEM images of a positive electrode active material in Example 

FIGS. 52A-l, 52A-2, 52B-l, 52B-2, 52C-l, and 52C-2 are SEM-EDX images of a 

positive electrode active material in Example 4; 

FIG. 53 is a process flow chart of Example 5; 

FIG. 54 illustrates a spray dry apparatus in Example 5; 

FIG. 55 is a TEM image showing one embodiment of the present invention in Example 

5· 
' 

FIG. 56 is a SEM image showing one embodiment of the present invention in Example 

5· 
' 

FIG. 57 is a SEM image showing a comparative example in Example 5; and 

FIGS. 58A and 58B are cross-sectional views of an active material layer containing a 

graphene compound as a conductive additive in Example 5. 

BEST MODE FOR CARRYING OUT THE INVENTION 

35 [0044] 
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Embodiments of the present invention will be described below in detail with reference 

to the drawings. Note that the present invention is not limited to the description below, and it is 

easily understood by those skilled in the art that modes and details of the present invention can 

be modified in various ways. In addition, the present invention should not be construed as being 

5 limited to the description in the embodiments given below. 

[0045] 

Note that in drawings used in this specification, the sizes, thicknesses, and the like of 

components such as a positive electrode, a negative electrode, an active material layer, a 

separator, and an exterior body are exaggerated for simplicity in some cases. Therefore, the 

10 sizes of the components are not limited to the sizes in the drawings and relative sizes between 

the components. 

[0046] 

Note that in structures of the present invention described in this specification and the 

like, the same portions or portions having similar functions are denoted by common reference 

15 numerals in different drawings, and descriptions thereof are not repeated. Further, the same 

hatching pattern is applied to portions having similar functions, and the portions are not 

especially denoted by reference numerals in some cases. 

[0047] 

In this specification and the like, the Miller index is used for the expression of crystal 

20 planes and orientations. In the crystallography, a superscript bar is placed over a number in the 

expression using the Miller index; however, in this specification and the like, crystal planes and 

orientations are expressed by placing a minus sign ( - ) at the front of a number instead of placing 

the bar over a number because of expression limitations. Furthermore, an individual direction 

which shows an orientation in crystal is denoted by"[]", a set direction which shows all of the 

25 equivalent orientations is denoted by"<>", an individual direction which shows a crystal plane 

is denoted by "()",and a set plane having equivalent symmetry is denoted by "{ }". In the 

drawings, the crystal planes and orientations are expressed by a number with a bar placed 

thereover, which is an original crystallographic expression. Note that 1 A is 10-10 m. 

[0048] 

30 In this specification and the like, segregation refers to a phenomenon in which, in a solid 

made of a plurality of elements (e.g., A, B, and C), a certain element (for example, B) is non­

uniformly distributed. 

[0049] 

In this specification and the like, a layered rock-salt crystal structure included in a 

35 composite oxide containing lithium and a transition metal refers to a crystal structure in which 

11 
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a rock-salt ion arrangement where cations and anions are alternately arranged is included and 

the lithium and the transition metal are regularly arranged to form a two-dimensional plane, so 

that lithium can be two-dimensionally diffused. Note that a defect such as a cation or anion 

vacancy can exist. In the layered rock-salt crystal structure, strictly, a lattice of a rock-salt 

5 crystal is distorted in some cases. 

[0050] 

In this specification and the like, a rock-salt crystal structure refers to a structure in 

which cations and anions are alternately arranged. Note that a cation or anion vacancy may 

exist. 

10 [0051] 

Anions of a layered rock-salt crystal and anions of a rock-salt crystal each form a cubic 

closest packed structure (face-centered cubic lattice structure). When a layered rock-salt crystal 

and a rock-salt crystal are in contact with each other, there is a crystal plane at which directions 

of cubic closest packed structures formed of anions are aligned with each other. A space group 

15 of the layered rock-salt crystal is R-3m, which is different from a space group Fm-3m of a 

general rock-salt crystal and a space group Fd-3m of a rock-salt crystal having the simplest 

symmetry; thus, the Miller index of the crystal plane satisfying the above conditions in the 

layered rock-salt crystal is different from that in the rock-salt crystal. In this specification, in 

the layered rock-salt crystal and the rock-salt crystal, a state where the directions of the cubic 

20 closest packed structures formed of anions are aligned with each other is referred to as a state 

where crystal orientations are substantially aligned with each other. 

[0052] 

Whether the crystal orientations in two regions are aligned with each other or not can 

be judged by a transmission electron microscope (TEM) image, a scanning transmission electron 

25 microscope (STEM) image, a high-angle annular dark field scanning transmission electron 

microscopy (HAADF-STEM) image, an annular bright-field scan transmission electron 

microscopy (ABF-STEM) image, and the like. X-ray diffraction, electron diffraction, neutron 

diffraction, and the like can be used for judging. In the TEM image and the like, alignment of 

cations and anions can be observed as repetition of bright lines and dark lines. When the 

30 orientations of cubic closest packed structures of the layered rock-salt crystal and the rock-salt 

crystal are aligned with each other, a state where an angle between the repetition of bright lines 

and dark lines in the layered rock-salt crystal and the repetition of bright lines and dark lines in 

the rock-salt crystal is less than or equal to 5°, preferably less than or equal to 2.5° is observed. 

Note that, in the TEM image and the like, a light element such as oxygen or fluorine is not 

35 clearly observed in some cases; however, in such a case, alignment of orientations can be judged 

12 
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Furthermore, in this specification and the like, a state where structures of two­

dimensional interfaces have similarity is referred to as "epitaxy". Crystal growth in which 

5 structures of two-dimensional interfaces have similarity is referred to as "epitaxial growth". In 

addition, a state where three-dimensional structures have similarity or orientations are 

crystallographically the same is referred to as "topotaxy". Thus, in the case of topotaxy, when 

part of a cross section is observed, orientations of crystals in two regions ( e.g., a region serving 

as a base and a region formed through growth) are substantially aligned with each other. 

10 [0054] 

(Embodiment 1) 

[Structure of positive electrode active material] 

First, a positive electrode active material 100, which is one embodiment of the present 

invention, is described with reference to FIGS. IA to IC. The positive electrode active material 

15 100 refers to a substance containing a transition metal which can receive and release lithium ion 

electrochemically. As illustrated in FIG. IA, the positive electrode active material 100 includes 

a first region 101 inside and a second region 102 and a third region 103 in a superficial portion. 

[0055] 

As illustrated in FIG. lB, the second region 102 does not necessarily cover the entire 

20 first region 101. Similarly, the third region 103 does not necessarily cover the entire second 

region 102. In addition, the third region 103 may be present in contact with the first region 101. 

[0056] 

The thicknesses of the second region 102 and the third region 103 may each differ 

depending on the positions. 

25 [0057] 

Furthermore, the third region 103 may be present inside the positive electrode active 

material 100. For example, in the case where the first region 101 is a polycrystal, the third 

region 103 may be present in the vicinity of a grain boundary. Furthermore, the third region 

103 may be present in a portion which includes crystal defects or a crack portion in the positive 

30 electrode active material 100 or in the vicinity thereof. In FIG. lB, parts of grain boundaries 

are shown by dotted lines. In this specification and the like, crystal defects refer to defects 

which can be observed from a TEM image and the like, that is, a structure in which another 

element enters crystal, a cavity, and the like. In addition, a crack portion refers to a crack or a 

break formed in a particle like a crack portion 106 illustrated in FIG. IC, for example. 

35 [0058] 
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Similarly, as illustrated in FIG. lB, the second region 102 may be present inside the 

positive electrode active material 100. For example, in the case where the first region 101 is a 

polycrystal, the second region 102 may be present in the vicinity of a grain boundary. 

Furthermore, the second region 102 may be present in a portion which includes crystal defects 

5 or a crack portion in the positive electrode active material 100 or in the vicinity thereof. 

Moreover, the third region 103 and the second region 102 inside the positive electrode active 

material 100 may overlap. 

[0059] 

<First region 101> 

The first region 101 contains a composite oxide of lithium and a first transition metal. 

In other words, the first region 101 contains lithium, a first transition metal, and oxygen. 

[0060] 

The composite oxide oflithium and a first transition metal preferably has a layered rock­

salt crystal structure. 

15 [0061] 

As the first transition metal, only cobalt may be used, cobalt and manganese may be 

used, or cobalt, manganese, and nickel may be used. 

[0062] 

That is, the first region can include lithium cobalt oxide, lithium manganese oxide, 

20 lithium nickel oxide, lithium cobalt oxide in which manganese is substituted for part of cobalt, 

lithium nickel-manganese-cobalt oxide, or the like. In addition to the transition metal, the first 

region 101 may include a metal other than the transition metal, such as aluminum. 

[0063] 

The first region 101 serves as a region which particularly contributes to a charge and 

25 discharge reaction in the positive electrode active material 100. To increase capacity of a 

secondary battery containing the positive electrode active material 100, the volume of the first 

region 101 is preferably larger than those of the second region and the third region. 

[0064] 

A material having a layered rock-salt crystal structure has features such as high 

30 discharge capacity and low resistance due to lithium that can be diffused two-dimensionally, 

which is preferably used for the first region 101. In addition, in the case where the first region 

101 has a layered rock-salt crystal structure, a segregation of a representative element such as 

magnesium, which is described later, tends to occur unexpectedly. 

[0065] 

35 Note that the first region 101 may be a single crystal or a polycrystal. For example, the 
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first region 101 may be a polycrystal in which an average crystallite size is greater than or equal 

to 280 nm and less than or equal to 630 nm. In the case of a polycrystal, a grain boundary can 

be observed from the TEM or the like in some cases. In addition, the average of crystal grain 

sizes can be calculated from the half width of XRD. 

5 [0066] 

15 

The polycrystal has a clear crystal structure; thus, a two-dimensional diffusion path of 

lithium ions can be sufficiently ensured. In addition, a polycrystal is easily produced as 

compared with a single crystal; thus, a polycrystal is preferably used for the first region 101. 

[0067] 

Furthermore, the entire first region 101 does not necessarily have a layered rock-salt 

crystal structure. For example, part of the first region 101 may be amorphous or has another 

crystal structure. 

[0068] 

<Second region 102> 

The second region 102 contains an oxide of a second transition metal. In other words, 

the second region 102 contains a second transition metal and oxygen. 

[0069] 

As the second transition metal, a non-stoichiometric metal is preferably used. In other 

words, the second region 102 preferably includes a non-stoichiometric compound. For example, 

20 as the second transition metal, at least one of titanium, vanadium, manganese, iron, chromium, 

niobium, cobalt, zinc, zirconium, nickel, and the like can be used. Note that the second transition 

metal is preferably an element different from that of the first transition metal. 

[0070] 

In this specification and the like, a non-stoichiometric metal refers to a metal that can 

25 have a plurality of valences. In addition, a non-stoichiometric compound refers to a compound 

of a metal that can have a plurality of valences and another element. 

30 

[0071] 

The second region 102 preferably has a rock-salt crystal structure. 

[0072] 

The second region 102 serves as a buffer region which connects the first region 101 to 

the third region 103 which is described later. In the non-stoichiometric compound, an 

interatomic distance can be changed in accordance with a change in valence of a metal contained 

in the non-stoichiometric compound. In addition, in the non-stoichiometric compound, a cation 

or anion vacancy and dislocation (what is called Magneli phase) are often formed. Thus, the 

35 second region 102, which serves as a buffer region, can absorb a strain generated between the 
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Furthermore, the second region 102 may contain lithium in addition to the second 

transition metal and oxygen. For example, lithium titanate or lithium manganite may be 

5 contained. Moreover, the second region 102 may contain a representative element contained in 

the third region 103 which is described later. The second region 102 that contains an element 

contained in the first region 101, such as lithium, and an element contained in the third region 

103 is preferable because the second region 102 serves as a buffer region. 

[0074] 

That is, the second region 102 can contain lithium titanate, titanium oxide, vanadium 

oxide, manganese oxide, iron oxide, copper oxide, chromium oxide, niobium oxide, cobalt 

oxide, zinc oxide, or the like. 

[0075] 

In addition, the second region 102 may contain the first transition metal. For example, 

15 the second transition metal may be present in part of a first transition metal site of the composite 

oxide including the first transition metal. 

[0076] 

For example, in the case where the second transition metal is titanium, titanium may be 

present as titanium oxide (TiO2) or lithium titanate (LiTiO2) in the second region 102. 

20 Alternatively, in the second region 102, titanium may be substituted for part of the first transition 

metal site of the composite oxide of lithium and the first transition metal. 

25 

[0077] 

Moreover, the second region 102 may contain fluorine. 

[0078] 

The second region 102 preferably has a crystal structure which is the same as that of the 

third region 103 which is described later. In this case, orientations of crystals of the second 

region 102 and the third region 103 are likely to be aligned with each other. 

[0079] 

The second region 102 preferably has a rock-salt crystal structure; however, the entire 

30 second region 102 does not necessarily have a rock-salt crystal structure. For example, the 

second region 102 may have another crystal structure such as a spinel crystal structure, an 

olivine crystal structure, a corundum crystal structure, or a rutile crystal structure. 

[0080] 

Furthermore, a crystal structure may have a strain as long as a structure where six 

35 oxygen atoms are adjacent to cations is kept. In addition, a cation vacancy may be present in 
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Moreover, part of the second region 102 may be amorphous. 

[0082] 

When the thickness of the second region 102 is too small, the function as the buffer 

region is degraded; however, when the thickness of the second region 102 is too large, the 

capacity might be decreased. Thus, the second region 102 is preferably provided in a range 

from the surface of the positive electrode active material 100 to a depth of 20 nm, preferably a 

depth of 10 nm, in a depth direction. The second transition metal may have a concentration 

10 gradient. 

[0083] 

<Third region 103> 

The third region 103 contains a compound ofrepresentative elements. A compound of 

representative elements is a stoichiometric compound. As the compound of representative 

15 elements, a compound made of representative elements which are electrochemically stable is 

preferable, and at least one of magnesium oxide, calcium oxide, beryllium oxide, lithium 

fluoride, and sodium fluoride can be used, for example. 

[0084] 

The third region 103 is in contact with an electrolyte solution when the positive electrode 

20 active material 100 is used in a secondary battery. Thus, for the third region 103, a material 

which is hardly changed electrochemically in the process of charging and discharging and is not 

easily transformed by contact with the electrolyte solution is preferably used. The compound 

of representative elements which is a stoichiometric compound and electrochemically stable is 

preferably used for the third region 103. The positive electrode active material 100 includes the 

25 third region 103 in a superficial portion to improve stability in charging and discharging of the 

secondary battery. Here, a state where stability of a secondary battery is high refers to a state 

where the crystal structure of the composite oxide of lithium and the first transition metal 

contained in the first region 101 is more stable. Alternatively, it refers to a state where a change 

in capacity of the secondary battery is small even if charging and discharging are repeated or a 

30 state where a change in valence of a metal contained in the positive electrode active material 

100 is suppressed even after charging and discharging are repeated. 

[0085] 

The third region 103 may contain fluorine. In the case where the third region 103 

contains fluorine, fluorine may be substituted for some anions in the compound of the 

35 representative elements. 
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Fluorine is substituted for some anions in the compound of the representative elements, 

whereby diffusion properties of lithium can be improved. Thus, the third region 103 is less 

likely to prevent charging and discharging. In addition, when fluorine is present in a superficial 

5 portion of a positive electrode active material particle, corrosion resistance against a 

hydrofluoric acid generated by decomposition of an electrolyte solution is increased in some 

cases. 

[0087] 

Moreover, the third region 103 may include lithium, the first transition metal, and the 

10 second transition metal. 

[0088] 

The compound of the representative elements contained in the third region 103 

preferably has a rock-salt crystal structure. When the third region 103 has a rock-salt crystal 

structure, orientations of crystals are likely to be aligned with those of the second region 102. 

15 The orientations of crystals of the first region 101, the second region 102, and the third region 

103 are substantially aligned with each other, whereby the second region 102 and the third 

region 103 can serve as a more stable coating layer. 

[0089] 

However, the entire third region 103 does not necessarily have a rock-salt crystal 

20 structure. For example, the third region 103 may have another crystal structure such as a spinel 

crystal structure, an olivine crystal structure, a corundum crystal structure, or a rutile crystal 

structure. 

[0090] 

Furthermore, a crystal structure may have a strain as long as a structure where six 

25 oxygen atoms are adjacent to cations is kept. In addition, a cation vacancy may be present in 

part of the third region 103. 

30 

[0091] 

Moreover, part of the third region 103 may be amorphous. 

[0092] 

When the thickness of the third region 103 is too small, the function of increasing 

stability in charging and discharging is degraded; however, when the thickness of the third 

region 103 is too large, the capacity might be decreased. Thus, the thickness of the third region 

103 is preferably greater than or equal to 0.5 nm and less than or equal to 50 nm, further 

preferably greater than or equal to 0.5 nm and less than or equal to 2 nm. 

35 [0093] 
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In the case where the third region 103 contains fluorine, fluorine is preferably present 

in a bonding state other than magnesium fluoride (MgF2), lithium fluoride (LiF), and cobalt 

fluoride (CoF2). Specifically, when an XPS analysis is performed on the vicinity of the surface 

of the positive electrode active material 100, a peak position of bonding energy with fluorine is 

5 preferably higher than or equal to 682 e V and lower than or equal to 685 e V, further preferably 

approximately 684.3 eV. The bonding energy does not correspond to those of MgF2, LiF, and 

CoF2. 

[0094] 

In this specification and the like, a peak position of bonding energy with an element in 

10 an XPS analysis refers to a value of bonding energy at which the maximum intensity of an 

energy spectrum is obtained in a range corresponding to bonding energy of the element. 

[0095] 

In general, when charging and discharging are repeated, a side reaction occurs in a 

positive electrode active material, for example, a first transition metal such as manganese, 

15 cobalt, or nickel is dissolved in an electrolyte solution, oxygen is released, and a crystal structure 

becomes unstable, so that the positive electrode active material deteriorates. However, the 

positive electrode active material 100 of one embodiment of the present invention includes the 

second region 102 serving as a buffer region and the third region 103 which is electrochemically 

stable. Thus, the dissolution of the first transition metal can be effectively suppressed, and the 

20 crystal structure of the composite oxide of lithium and the transition metal contained in the first 

region 101 can be more stable. As a result, the cycle characteristics of the secondary battery 

including the positive electrode active material 100 can be significantly improved. In addition, 

in the case where charging and discharging are performed at a voltage higher than 4.3 V (vs. 

Li/Li+), in particular, a high voltage of 4.5 V (vs. Li/Li+) or more, the structure of one 

25 embodiment of the present invention is significantly effective. 

[0096] 

<Heteroepitaxial growth and topotaxy> 

The second region 102 is preferably formed by heteroepitaxial growth from the first 

region 101. Furthermore, the third region 103 is preferably formed by heteroepitaxial growth 

30 from the second region 102. A region formed by heteroepitaxial growth becomes topotaxy 

which has crystal orientations substantially three-dimensionally aligned with those of a region 

serving as a base. Thus, the first region 101, the second region 102, and the third region 103 

can be topotaxy. 

[0097] 

35 When the crystal orientations of the first region 101, the second region 102, and the third 
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region 103 are substantially aligned with each other, the second region 102 and the third region 

103 serve as a coating layer which has a stable bond with the first region 101. As a result, the 

positive electrode active material 100 including a strong coating layer can be provided. 

[0098] 

Since the second region 102 and the third region 103 have a stable bond with the first 

region 101, when the positive electrode active material 100 is used for the secondary battery, a 

change of the crystal structure in the first region 101 which is caused by charging and 

discharging can be effectively suppressed. Even when lithium is released from the first region 

101 due to charging, the coating layer having a stable bond can suppress release of cobalt and 

10 oxygen from the first region 101. Furthermore, a chemically stable material can be used for a 

15 

region in contact with the electrolyte solution. Thus, a secondary battery having excellent cycle 

characteristics can be provided. 

[0099] 

<Degree of mismatch between regions> 

To perform heteroepitaxial growth, the degree of a mismatch between crystals in a 

region serving as a base and crystals on which crystal growth is performed is important. 

[0 100] 

In this specification and the like, the degree of a mismatch/is defined by the following 

Formula 1. The average of the nearest neighbor distances between oxygen and cations of the 

20 crystals in the region serving as a base is represented by a, and the average of the natural nearest 

neighbor distances between anions and cations of the crystals on which crystal growth is 

performed is represented by b. 

[O 101] 

[Formula l] 

25 f = lb:al (Formula 1) 

[0102] 

To perform heteroepitaxial growth, the degree of a mismatch f between crystals in a 

region serving as a base and crystals on which crystal growth is performed needs to be less than 

or equal to 0.12. To perform more stable heteroepitaxial growth to form a layered shape, the 

30 degree of a mismatch/ is preferably less than or equal to 0.08, further preferably less than or 

equal to 0.04. 

[0103] 

Thus, materials of the first region 101 and the second region 102 are preferably selected 

so that the degree of a mismatch /between the layered rock-salt crystal structure in the first 

35 region 101 and the rock-salt crystal structure in the second region 102 is less than or equal to 
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Furthermore, materials of the second region 102 and the third region 103 are preferably 

selected so that the degree of a mismatch/between the rock-salt crystal structure in the second 

5 region 102 and the rock-salt crystal structure in the third region 103 is less than or equal to 0.12. 

[0 105] 

Examples of materials and crystal planes of the first region 101, the second region 102, 

and the third region 103 are shown below, which satisfy the above-described conditions: the 

degree of a mismatch/between the layered rock-salt crystal structure in the first region 101 and 

10 the rock-salt crystal structure in the second region 102 is less than or equal to 0.12; and the 

degree of a mismatch/between the rock-salt crystal structure in the second region 102 and the 

rock-salt crystal structure in the third region 103 is less than or equal to 0.12. 

15 

[0 106] 

<<Example 1: Lithium cobaltate, lithium titanate, and magnesium oxide>> 

First, FIGS. 2A and 2B and FIG. 3 show an example in which the first transition metal 

is cobalt, the first region 101 contains lithium cobaltate having a layered rock-salt crystal 

structure, the second transition metal is titanium, the second region 102 contains lithium titanate 

having a rock-salt crystal structure, and the compound of the representative elements in the third 

region 103 is magnesium oxide having a rock-salt crystal structure. 

20 [0107] 

FIG. 2A illustrates a model of a layered rock-salt crystal structure (a space group 

R-3mH) of lithium cobaltate (LiCoO2), a model of a rock-salt crystal structure (a space group 

Fd-3mZ) of lithium titanate (LiTiO2), and a model of a rock-salt crystal structure (a space group 

Fd-3mZ) of magnesium oxide. FIG. 2A illustrates models each of which is seen from the b-

25 axis direction. 

[0 108] 

From FIG. 2A, it is not seen that the layered rock-salt crystals and the rock-salt crystals 

make topotaxy. Then, here, the layered rock-salt crystals are seen from a different direction 

(e.g., a direction indicated by an arrow in FIG. 2A). FIG. 2B illustrates a model of the layered 

30 rock-salt crystals seen from the <l-1-4> plane direction and models of the rock-salt crystals 

seen from the < 100> plane direction. 

[0 109] 

As illustrated in FIG. 2B, when the layered rock-salt crystals are seen from the <l-1-4> 

plane direction, atomic arrangement of the layered rock-salt crystals is highly similar to those 

35 of the rock-salt crystals seen from the <100> plane direction. In addition, the nearest neighbor 
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distances between metal and oxygen have similar values. For example, in the layered rock-salt 

lithium cobaltate, a distance between Li and O is 2.089 A and a distance between Co and O is 

1.925 A. In the rock-salt lithium titanate, a distance between Li and O is 2.138 A and a distance 

between Ti and O is 2. 051 A. In the rock-salt magnesium oxide, a distance between Mg and 0 

5 is 2.106 A. 

[0ll0] 

Then, with reference to FIG. 3, the degree of a mismatch between the regions when the 

(1-1-4) crystal plane of the layered rock-salt crystal and the { 100} crystal plane of the rock­

salt crystal are in contact with each other is described. 

10 [0lll] 

As illustrated in FIG. 3, a distance between metals through oxygen in a (1-1-4) crystal 

plane l0lp (1-1-4) of lithium cobaltate having the layered rock-salt crystal structure in the first 

region 101 is 4. 01 A. Furthermore, a distance between metals through oxygen in a { 100} crystal 

plane 102p {100} of lithium titanate having the rock-salt crystal structure in the second region 

15 102 is 4.19 A. Thus, the degree of a mismatch/between the crystal plane lOlp (1-1-4) and 

the crystal plane 102p {100} is 0.04. 

[0ll2] 

In addition, a distance between metals through oxygen in a { 100} crystal plane 103p 

{100} of magnesium oxide having the rock-salt crystal structure in the third region 103 is 4.21 

20 A. Thus, the degree of a mismatch /between the crystal plane 102p { 100} and the crystal plane 

103p {100} is 0.02. 

[0ll3] 

In this manner, the degree of a mismatch between the first region 101 and the second 

region 102 and the degree of a mismatch between the second region 102 and the third region 

25 103 are sufficiently small; thus, the first region 101, the second region 102, and the third region 

103 can be topotaxy. 

[0ll4] 

Although not illustrated in FIG. 3, if the crystal plane lOlp (1-1-4) in the first region 

101 and the crystal plane 103p { 100} in the third region 103 are in contact with each other, the 

30 degree of a mismatch/is 0.05. That is, owing to the second region 102, the degree of a mismatch 

can be small. Moreover, with the second region 102 that is a non-stoichiometric transition metal 

oxide, the first region 101, the second region 102, and the third region 103 can be more stable 

topotaxy. Thus, the second region 102 and the third region 103 can serve as a coating layer 

having a stable bond with the first region 101. 
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In this embodiment, the (1-1-4) plane of the layered rock-salt crystal and the { 100} 

plane of the rock-salt crystal are in contact with each other; however, one embodiment of the 

present invention is not limited thereto as long as crystal planes which can be topotaxy are in 

5 contact with each other. 

[0116] 

<<Example 2: Lithium cobaltate, manganese oxide, and calcium oxide>> 

Next, an example in which the first transition metal is cobalt, the first region 101 

contains lithium cobaltate having a layered rock-salt crystal structure, the second transition 

10 metal is manganese, the second region 102 contains manganese oxide having a rock-salt crystal 

structure, and the compound of the representative elements in the third region 103 is calcium 

oxide having a rock-salt crystal structure is shown. 

[0117] 

Also in this case, as in FIGS. 2A and 2B and FIG. 3, when the layered rock-salt crystals 

15 are seen from the < 1-1-4> plane direction, atomic arrangement of the layered rock-salt crystals 

in the first region 101 is highly similar to those of the rock-salt crystals in the second region 102 

and the third region 103 seen from the <100> plane direction. 

[0 118] 

The degree of a mismatch between the regions when the (1-1-4) crystal plane of the 

20 layered rock-salt crystal and the { 100} crystal plane of the rock-salt crystal are in contact with 

each other is described. A distance between metals through oxygen in a crystal plane ( 1-1-4) 

of lithium cobaltate having the layered rock-salt crystal structure in the first region 101 is 4.01 

A. Furthermore, a distance between metals through oxygen in a crystal plane { 100} of 

manganese oxide having the rock-salt crystal structure in the second region 102 is 4.45 A. Thus, 

25 the degree of a mismatch f between the crystal plane (1-1-4) in the first region 101 and the 

crystal plane { 100} in the second region 102 is O .11. 

[0119] 

In addition, a distance between metals through oxygen in a crystal plane { 100} of 

calcium oxide having the rock-salt crystal structure in the third region 103 is 4.82 A. Thus, the 

30 degree of a mismatch fbetween the crystal plane { 100} in the second region 102 and the crystal 

plane {100} in the third region 103 is 0.08. 

[0120] 

In this manner, the degree of a mismatch between the first region 101 and the second 

region 102 and the degree of a mismatch between the second region 102 and the third region 
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103 are sufficiently small; thus, the first region 101, the second region 102, and the third region 

103 can be topotaxy. 

[0121] 

If the crystal plane (1-1-4) in the first region 101 and the crystal plane { 100} in the 

5 third region 103 are in contact with each other, the degree of a mismatch/ is 0.20; thus, it is 

difficult to perform the heteroepitaxial growth. That is, owing to the second region 102, the 

heteroepitaxial growth from the first region to the third region can be performed. Thus, the 

second region 102 and the third region 103 can serve as a coating layer having a stable bond 

with the first region 101. 

10 [0122] 

<<Example 3: Lithium nickel-manganese-cobalt oxide, manganese oxide, and calcium oxide>> 

Next, an example in which the first transition metals are nickel, manganese, and cobalt, 

the first region 101 contains lithium nickel-manganese-cobalt oxide (LiNio33C0033Mno33O2) 

having a layered rock-salt crystal structure, the second transition metal is manganese, the second 

15 region 102 contains manganese oxide having a rock-salt crystal structure, and the compound of 

the representative elements in the third region 103 is calcium oxide having a rock-salt crystal 

structure is shown. 

[0 123] 

Also in this case, as illustrated in FIGS. 2A and 2B and FIG. 3, when the layered rock-

20 salt crystals are seen from the < 1-1-4> plane direction, atomic arrangement of the layered rock­

salt crystals is highly similar to those of the rock-salt crystals seen from the <100> plane 

direction. The degree of a mismatch between the regions when the (1-1-4) crystal plane of the 

layered rock-salt crystal and the {100} crystal plane of the rock-salt crystal are in contact with 

each other is described. 

25 [0124] 

A distance between metals through oxygen in a crystal plane ( 1-1-4) of lithium nickel­

manganese-cobalt oxide having the layered rock-salt crystal structure in the first region 101 is 

4.07 A. Furthermore, a distance between metals through oxygen in a crystal plane {100} of 

manganese oxide having the rock-salt crystal structure in the second region 102 is 4.45 A. Thus, 

30 the degree of a mismatch/between the crystal plane (1-1-4) in the first region 101 and the 

crystal plane { 100} in the second region 102 is O. 09. 

[0125] 

In addition, a distance between metals through oxygen in a crystal plane { 100} of 

calcium oxide having the rock-salt crystal structure in the third region 103 is 4.82 A. Thus, the 
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degree of a mismatch /between the crystal plane { 100} in the second region 102 and the crystal 

plane {100} in the third region 103 is 0.08. 

[0126] 

In this manner, the degree of a mismatch between the first region 101 and the second 

5 region 102 and the degree of a mismatch between the second region 102 and the third region 

103 are sufficiently small; thus, the first region 101, the second region 102, and the third region 

103 can be topotaxy. 

[0127] 

If the crystal plane (1-1-4) in the first region 101 and the crystal plane { 100} in the 

10 third region 103 are in contact with each other, the degree of a mismatch f is 0.18; thus, it is 

difficult to perform the heteroepitaxial growth. That is, the second region 102 is provided, 

whereby the heteroepitaxial growth from the first region to the third region can be performed. 

Thus, the second region 102 and the third region 103 can serve as a coating layer having a stable 

bond with the first region 101. 

15 [0128] 

<Boundaries between regions> 

As described above, the first region 101, the second region 102, and the third region 103 

have different compositions. The element contained in each region has a concentration gradient 

in some cases. For example, the second transition metal in the second region 102 may have a 

20 concentration gradient. In addition, the third region 103 may have a concentration gradient of 

a representative element because a representative element preferably segregates in the third 

region 103 as described later. Thus, the boundaries between the regions are not clear in some 

cases. 

25 

[0129] 

The difference of compositions of the first region 101, the second region 102, and the 

third region 103 can be observed using a TEM image, a STEM image, fast Fourier transform 

(FFT) analysis, energy dispersive X-ray spectrometry (EDX), an analysis in the depth direction 

by time-of-flight secondary ion mass spectrometry (ToF-SIMS), X-ray photoelectron 

spectroscopy (XPS), Auger electron spectroscopy, thermal desorption spectroscopy (TDS), or 

30 the like. 

[0130] 

For example, in the TEM image and the STEM image, difference of constituent elements 

is observed as difference of brightness; thus, difference of constituent elements of the first region 

101, the second region 102, and the third region 103 can be observed. Furthermore, also in 

35 plane analysis of EDX (e.g., element mapping), it can be observed that the first region 101, the 
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second region 102, and the third region 103 contain different elements. 

[0131] 

By line analysis of EDX and analysis in the depth direction using ToF-SIMS, a peak of 

concentration of each element contained in the first region 101, the second region 102, and the 

5 third region 103 can be detected. 

[0132] 

However, clear boundaries between the first region 101, the second region 102, and the 

third region 103 are not necessarily observed by the analyses. 

[0133] 

In this specification and the like, the third region 103 that is present in a superficial 

portion of the positive electrode active material 100 refers to a region from the surface of the 

positive electrode active material 100 to a region where a concentration of a representative 

element such as magnesium which is detected by analysis in the depth direction is 1/5 of a peak. 

As the analysis in the depth direction, the line analysis of EDX, analysis in the depth direction 

15 using ToF-SIMS, or the like, which is described above, can be used. 

[0134] 

Furthermore, a peak of a concentration of a representative element is preferably present 

in a region from the surface of the positive electrode active material 100 to a depth of 3 nm 

toward the center, further preferably to a depth of 1 nm, and still further preferably to a depth of 

20 0.5 nm. 

[0135] 

Although the depth at which the concentration of the representative element becomes 

1/5 of the peak is different depending on the manufacturing method, in the case of a 

manufacturing method described later, the depth is approximately 2 nm to 5 nm from the surface 

25 of the positive electrode active material. 

[0136] 

The third region 103 that is present inside the first region 101 in the vicinity of a grain 

boundary, a crystal defect, or the like also refers to a region where a concentration of a 

representative element which is detected by analysis in the depth direction is higher than or 

30 equal to 1/5 of a peak. 

[0137] 

A distribution of fluorine in the positive electrode active material 100 preferably 

overlaps with a distribution of the representative element. Thus, fluorine also has a 

concentration gradient, and a peak of a concentration of fluorine is preferably present in a region 

35 from the surface of the positive electrode active material 100 to a depth of 3 nm toward the 
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center, further preferably to a depth of 1 nm, and still further preferably to a depth of 0.5 nm. 

[0138] 

In this specification and the like, the second region 102 that is present in a superficial 

portion of the positive electrode active material 100 refers to a region where a concentration of 

5 the second transition metal which is detected by analysis in the depth direction is higher than or 

equal to 1/2 of a peak. The second region 102 that is present inside the first region 101 in the 

vicinity of a grain boundary, a crystal defect, or the like also refers to a region where a 

concentration of the second transition metal which is detected by analysis in the depth direction 

is higher than or equal to 1/2 of a peak. As the analysis method, the line analysis of EDX, 

10 analysis in the depth direction using ToF-SIMS, or the like, which is described above, can be 

used. 

[0139] 

Thus, the third region 103 and the second region 102 overlap in some cases. Note that 

the third region 103 is preferably present in a region closer to the surface of the positive electrode 

15 active material particle than the second region 102 is. In addition, the peak of the concentration 

of the representative element is preferably present in a region closer to the surface of the positive 

electrode active material particle than the peak of the concentration of the second transition 

metal is. 

20 

25 

[0140] 

The peak of the second transition metal is preferably present in a region from a depth of 

0.2 nm or more to a depth of 10 nm or less from the surface of the positive electrode active 

material 100 toward the center, further preferably in a region from a depth of 0.5 nm or more to 

a depth of 3 nm or less. 

[O 141] 

The measurement range of the XPS is from the surface of the particle of the positive 

electrode active material 100 to a region at a depth of approximately 5 nm. Thus, a concentration 

of an element present at a depth of approximately 5 nm from the surface can be analyzed 

quantitatively. Thus, the concentration of elements in the third region 103 and the second region 

102 present at a depth of approximately 5 nm from the surface can be analyzed quantitatively. 

30 [0142] 

When the surface of the positive electrode active material 100 is subjected to the XPS 

analysis and the concentration of the first transition metal is defined as 1, a relative value of the 

concentration of the second transition metal is preferably greater than or equal to 0.05 and less 

than or equal to 0.4, further preferably greater than or equal to 0.1 and less than or equal to 0.3. 

35 In addition, a relative value of the concentration of the representative element is preferably 
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greater than or equal to 0.4 and less than or equal to 1.5, further preferably greater than or equal 

to 0.45 and less than or equal to 1.00. Furthermore, a relative value of the concentration of 

fluorine is preferably greater than or equal to 0.05 and less than or equal to 1.5, further preferably 

greater than or equal to 0.3 and less than or equal to 1.00. 

5 [0143] 

Note that, as described above, elements contained in the first region 101, the second 

region 102, and the third region 103 may each have a concentration gradient; thus, the first 

region 101 may contain the element in the second region 102 or the third region 103, such as 

fluorine. Similarly, the third region 103 may contain the element in the first region 101 or the 

10 second region 102. In addition, the first region 101, the second region 102, and the third region 

103 may each contain another element such as carbon, sulfur, silicon, sodium, calcium, chlorine, 

or z1rcomum. 

15 

[0144] 

[Particle diameter] 

If the particle diameter of the positive electrode active material 100 is too large, diffusion 

of lithium is difficult, whereas if the particle diameter is too small, it is difficult to maintain a 

crystal structure described later. Thus, D50 (also referred to as a median diameter) is preferably 

5 µm or more and 100 µm or less, and further preferably 10 µm or more and 70 µm or less. In 

the case where the coating film is formed on the surf ace of the positive electrode active material 

20 100 by a spray dry apparatus in a later step, it is preferable that the nozzle diameter and the 

maximum particle diameter of the positive electrode active material 100 be substantially the 

same. When the particle diameter is less than 5 µm and a spray dry apparatus having a nozzle 

diameter of 20 µm is used, secondary particles are covered collectively, which leads to a 

decrease in coverage. 

25 [0145] 

To increase the density of the positive electrode active material layer, it is effective to 

mix large particles (the longest portion is approximately 20 µm or more and 40 µm or less) and 

small particles (the longest portion is approximately 1 µm) and embed spaces between the large 

particles with the small particles. Thus, there may be two peaks of particle size distribution. 

30 [0146] 

The particle size of the positive electrode active material is influenced not only by the 

particle sizes of starting materials but also by a ratio between lithium and the first transition 

metal (hereinafter expressed as a ratio of Li to the first transition metal) which are contained in 

the starting material. 

35 [0147] 
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In the case where the particle size of the starting material is small, the grain growth 

needs to be performed at the time of baking so that the grain size of the positive electrode active 

material is in the above-described preferred range. 

[O 148] 

To promote the grain growth at the time of baking, it is effective to make the ratio of Li 

to the first transition metal of the starting material larger than 1, that is, to make the amount of 

lithium a little larger. For example, when the ratio of Li to the first transition metal is 

approximately 1.06, a positive electrode active material in which D50 is larger than or equal to 

15 µmis easily obtained. Note that, as described later, lithium may be lost to the outside of a 

10 system in the formation process of the positive electrode active material; thus, the ratio between 

15 

lithium and the first transition metal of the obtained positive electrode active material does not 

agree with the ratio between lithium and the first transition metal of the starting material in some 

cases. 

[0149] 

However, if the amount of lithium is too large to make the particle size be in the 

preferred range, the capacity retention rate of a secondary battery containing the positive 

electrode active material might be decreased. 

[0150] 

Then, the present inventors found that with the second region 102 containing the second 

20 transition metal in the superficial portion, the particle size can be in the preferred range by 

control of the ratio of Li to the first transition metal and a positive electrode active material 

having high capacity retention rate can be formed. 

[O 151] 

In the positive electrode active material of one embodiment of the present invention 

25 including a region containing the second transition metal in the superficial portion, the ratio of 

Li to the first transition metal in the starting material is preferably greater than or equal to 1.00 

and less than or equal to 1.07, further preferably greater than or equal to 1.03 and less than or 

equal to 1.06. 

[0152] 

30 [Formation of second region] 

The second region 102 can be formed by coating particles of the composite oxide of 

lithium and the first transition metal with a material containing the second transition metal. 

[0153] 

As the coating method of the material containing the second transition metal, a liquid 

35 phase method such as a sol-gel method, a solid phase method, a sputtering method, an 

29 



AMPEREX Ex. 1002 
Page 45

Attorney Docket No.: 12732-2003004 
Client Ref. No.: US24652/ .. ./26813-C4 

evaporation method, a chemical vapor deposition (CVD) method, a pulsed laser deposition 

(PLD) method, or the like can be used. In this embodiment, the case where the sol-gel method 

which can be performed with a uniform coverage under an atmospheric pressure is used is 

described. 

5 [0154] 

<Sol-gel method> 

A method for forming a material containing the second transition metal using a sol-gel 

method is described with reference to FIGS. 4A-l, 4A-2, 4A-3, 4B, 4C, 4D-1, and 4D-2. 

[0155] 

First, an alkoxide of the second transition metal is dissolved in alcohol. 

[0156] 

FIG. 4A-l shows a general formula of the alkoxide of the second transition metal. In 

the formula of FIG. 4A-l, M2 indicates the alkoxide of the second transition metal. Rrepresents 

an alkyl group having 1 to 18 carbon atoms or a substituted or unsubstituted aryl group having 

15 6 to 13 carbon atoms. Although FIG. 4A-l shows the general formula in which the second 

transition metal has a valence of 4, one embodiment of the present invention is not limited 

thereto. The second transition metal may have a valence of 2, a valence of 3, a valence of 5, a 

valence of 6, or a valence of 7. In this case, the alkoxide of the second transition metal includes 

an alkoxy group corresponding to the valence of the second transition metal. 

20 [0157] 

25 

FIG. 4A-2 shows a general formula of the titanium alkoxide used when titanium is used 

as the second transition metal. R in FIG. 4A-2 represents an alkyl group having 1 to 18 carbon 

atoms or a substituted or unsubstituted aryl group having 6 to 13 carbon atoms. 

[0158] 

As the titanium alkoxide, tetramethoxytitanium, tetraethoxytitanium, tetra-n­

propoxytitanium, tetra-i-propoxytitanium (also referred to as tetraisopropyl orthotitanate, 

titanium (IV) isopropoxide, titanium tetraisopropoxide (IV), TTIP, and the like), tetra-n­

butoxytitanium, tetra-i-butoxytitanium, tetra-sec-butoxytitanium, tetra-t-butoxytitanium, or the 

like can be used. 

30 [0159] 

FIG. 4A-3 shows a chemical formula of titanium (IV) isopropoxide (TTIP) described in 

a formation method below, which is a kind of titanium alkoxide. 

[O 160] 

As a solvent in which the alkoxide of the second transition metal is dissolved, an alcohol 

35 such as methanol, ethanol, propanol, 2-propanol, butanol, or 2-butanol is preferably used. 

30 



AMPEREX Ex. 1002 
Page 46

[0 161] 

Attorney Docket No.: 12732-2003004 
Client Ref. No.: US24652/ .. ./26813-C4 

Next, particles of composite oxide of lithium, a transition metal, magnesium, and 

fluorine are mixed into the alcohol solution of the alkoxide of the second transition metal and 

stirred in an atmosphere containing water vapor. 

5 [0162] 

When the solution is put in an atmosphere containing H2O, hydrolysis of water and an 

alkoxide of the second transition metal occurs as in FIG. 4B. Then, as in FIG. 4C, dehydration 

condensation occurs between the products of FIG. 4B. When the hydrolysis of FIG. 4B and the 

condensation reaction of FIG. 4C occur repeatedly, a sol of an oxide of the second transition 

10 metal is generated. This reaction also occurs on a particle 110 of the composite oxide as in 

FI GS. 4 D-1 and 4 D-2, and a layer containing the second transition metal is formed on the surface 

of the particle llO. 

[0163] 

After that, the particle 110 is collected, and the alcohol is vaporized. The details of the 

15 formation method are described later. 

[0164] 

Note that in this embodiment, an example in which the particles of the composite oxide 

of lithium, the first transition metal, the representative element, and fluorine are coated with the 

material containing the second transition metal before the particles are applied to a positive 

20 electrode current collector is described; however, one embodiment of the present invention is 

not limited thereto. After the positive electrode active material layer including the particles of 

the composite oxide oflithium, the first transition metal, the representative element, and fluorine 

is formed on the positive electrode current collector, the positive electrode current collector and 

the positive electrode active material layer may be both soaked into an alkoxide solution of the 

25 second transition metal to be coated with the material containing the second transition metal. 

[O 165] 

[Segregation of third region] 

The third region 103 can be formed by a sputtering method, a solid phase method, a 

liquid phase method such as a sol-gel method, or the like. However, the present inventors found 

30 that when a source of a representative element such as magnesium and a source of fluorine are 

mixed with a material of the first region 101 and then the mixture is heated, the representative 

element is segregated on a superficial portion of the positive electrode active material particle 

to form the third region 103. In addition, they found that with the third region 103 formed in 

this manner, the positive electrode active material 100 has excellent cycle characteristics. 

35 [0166] 
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In the case where the third region 103 is formed through the heating as described above, 

the heating is preferably performed after the particle of the composite oxide is coated with the 

material containing the second transition metal. This is because even after the particle is coated 

with the material containing the second transition metal, the representative element such as 

5 magnesium is unexpectedly segregated on the surface of the particle when the heating is 

performed. 

[0 167] 

Segregation models of the representative element are described with reference to FIGS. 

SA to SC and FIGS. 6A to 6D. It is probable that the segregation model of the representative 

10 element such as magnesium is slightly different in accordance with the ratio between lithium 

and the first transition metal contained in a starting material. Then, a segregation model in 

which the ratio of Li to the first transition metal in the starting material is less than 1.03, that is, 

the amount of lithium is small, is described with reference to FIGS. SA to SC. In addition, a 

segregation model in which the ratio of Li to the first transition metal in the starting material is 

15 greater than or equal to 1.03, that is, the amount of lithium is large, is described with reference 

to FIGS. 6A to 6D. In these segregation models in FIGS. SA to SC and FIGS. 6A to 6D, the 

first transition metal is cobalt, the second transition metal is titanium, and the representative 

element is magnesium. 

20 

[O 168] 

FIG. SA illustrates a model diagram of the vicinity of the surface of the particle 110 of 

the composite oxide containing lithium, cobalt, magnesium, and fluorine, which is formed at a 

ratio of Li to Co in the starting material of less than 1. 03. A region 111 in the drawings contains 

lithium, cobalt, magnesium, and fluorine, and lithium cobaltate (LiCoO2) is a main component 

of the region 111. Lithium cobaltate has a layered rock-salt structure. 

25 [0169] 

It is generally known that, at the time of synthesizing particles of the composite oxide 

containing lithium, cobalt, magnesium, and fluorine, lithium partly moves outside a system (a 

particle on which lithium is formed). This is because lithium is volatilized at the time of baking, 

lithium is eluted to a solvent at the time of mixing the starting material, and the like. Thus, the 

30 ratio of Li to Co in the particle 110 of the composite oxide containing lithium, cobalt, 

magnesium, and fluorine becomes smaller than the ratio of Li to Co in the starting material in 

some cases. 

[0170] 

When the ratio of Li to Co in the starting material is less than 1.03, on the surface of the 

35 particle 110, lithium is released from the lithium cobaltate and cobalt oxide is easily generated. 
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Thus, as illustrated in FIG. 5A, the surface of the particle 110 of the composite oxide is covered 

with a cobalt oxide (CoO) layer 114 in some cases. 

[O 171] 

The cobalt oxide has a rock-salt crystal structure. Thus, in the particle 110 in FIG. 5A, 

5 the cobalt oxide layer 114 having a rock-salt crystal structure is provided over and in contact 

with the region 111 containing lithium cobaltate having a layered rock-salt crystal structure in 

some cases. 

[0172] 

The particle 110 is coated with a material containing titanium by a sol-gel method or the 

10 like. FIG. 5B illustrates a state where the particle 110 is coated with a layer 112 containing 

titanium by a sol-gel method. At the stage of FIG. 5B, the layer 112 containing titanium is a gel 

of titanium oxide; thus, the crystallinity is low. 

[0173] 

Next, the particle 110 coated with the layer 112 containing titanium is heated. Although 

15 the details of the heating conditions are described later, for example, FIG. 5C illustrates a state 

where the particle 110 is heated in an oxygen atmosphere at 800 °C for two hours to form the 

positive electrode active material 100, which is one embodiment of the present invention. By 

heating, titanium in the layer 112 containing titanium is diffused into the inside of the particle 

110. At the same time, magnesium and fluorine contained in the region 111 are segregated on 

20 the surface of the particle 110. 

[0174] 

As described above, on the surface of the particle 110, cobalt oxide having a rock-salt 

structure is present. In addition, magnesium oxide also has a rock-salt crystal structure. Thus, 

it is probable that magnesium is more stable in the state of being present as magnesium oxide 

25 on the surface of the particle 110 as compared with the state of being present inside the particle 

110. That could be why magnesium is segregated on the surface of the particle 110 when the 

particle 110 is heated. 

[0175] 

Moreover, it is considered that fluorine contained in the starting material promotes the 

30 segregation of magnesium. 

[0176] 

Fluorine has higher electronegativity than oxygen. Thus, it is probable that even in a 

stable compound such as magnesium oxide, when fluorine is added, uneven charge distribution 

occurs and a bond between magnesium and oxygen is weakened. Furthermore, it is probable 

35 that fluorine is substituted for oxygen in the magnesium oxide, whereby magnesium easily 
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Moreover, this can also be described from a phenomenon in which a melting point of a 

mixture decreases. When magnesium oxide (melting point: 2852 °C) and lithium fluoride 

5 (melting point: 848 °C) are added at the same time, the melting point of the magnesium oxide 

is lowered. It is considered that the melting point is lowered, whereby magnesium easily moves 

at the time of heating, and the segregation of magnesium easily occurs. 

[0178] 

Lastly, the third region 103 becomes a solid solution of cobalt oxide and magnesium 

10 oxide which has a rock-salt crystal structure. Furthermore, fluorine is probably substituted for 

part of oxygen contained in the cobalt oxide and the magnesium oxide. 

[0179] 

Cobalt sites of lithium cobaltate are substituted for part of the diffused titanium and 

lithium titanate is substituted for another part of the diffused titanium. The second region 102 

15 after the heating contains lithium titanate having a rock-salt crystal structure. 

[0 180] 

20 

The first region 101 after the heating contains lithium cobaltate having a layered rock­

salt crystal structure. 

[0 181] 

Next, the case where the ratio of Li to Co in the starting material is larger than or equal 

to 1.03 is described with reference to FIGS. 6A to 6D. FIG. 6A illustrates a model diagram of 

the vicinity of the surface of the particle 120 of the composite oxide containing lithium, cobalt, 

magnesium, and fluorine, which is formed at a ratio of Li to Co in the starting material of greater 

than or equal to 1.03. A region 121 in the drawings contains lithium, cobalt, magnesium, and 

25 fluorine. 

[0 182] 

Since the particle 120 in FIG. 6A contains a sufficient amount of lithium, even when 

lithium is released from the particle 120 at the time of baking the particle 120 of the composite 

oxide oflithium, cobalt, magnesium, and fluorine or the like, lithium is diffused from the inside 

30 of the particle 120 to the surface thereof to compensate; as a result, a cobalt oxide layer is not 

easily formed on the surface. 

[0183] 

FIG. 6B illustrates a state where the particle 120 in FIG. 6A is coated with a layer 122 

containing titanium by a sol-gel method. At the stage of FIG. 6B, the layer 122 containing 

35 titanium is a gel of titanium oxide; thus, the crystallinity is low. 
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FIG. 6C illustrates the state where the particle 120 coated with the layer 122 containing 

titanium in FIG. 6B starts to be heated. By heating, titanium in the layer 122 containing titanium 

is diffused into the inside of the particle llO. The diffused titanium is bonded with lithium 

5 contained in the region 121 to become lithium titanate, and a layer 125 containing the lithium 

titanate is formed. 

[0 185] 

Since lithium is bonded with titanium to form lithium titanate, the amount of lithium is 

relatively insufficient at the surface of the particle 120. Thus, it is probable that, as illustrated 

10 in FIG. 6C, a cobalt oxide layer 124 is temporarily formed on the surface of the particle 120. 

[0186] 

FIG. 6D illustrates the state where the state of FIG. 6C is sufficiently heated to form the 

positive electrode active material 100, which is one embodiment of the present invention. It is 

considered that, since the cobalt oxide layer 124 having a rock-salt crystal structure is present 

15 on the surface, magnesium is more stable in the state of being present as magnesium oxide on 

the surface of the particle 120 as compared with the state of being present inside the particle 

120. As in the case of FIGS. SA to SC, fluorine promotes the segregation of magnesium. 

[O 187] 

Thus, as illustrated in FIG. 6D, magnesium and fluorine contained in the region 121 are 

20 segregated on the surface to be the third region 103 with the cobalt oxide. 

[0188] 

In this manner, the positive electrode active material 100, which includes the third region 

103 containing magnesium oxide and cobalt oxide, the second region 102 containing lithium 

titanate, and the first region 101 containing lithium cobaltate, is formed. 

25 [0189] 

Note that in the case where the representative element is segregated by heating, when 

the composite oxide containing lithium and the first transition metal included in the first region 

101 is a poly crystal or has crystal defects, the representative element can be segregated not only 

in the superficial portion but also in the vicinity of a grain boundary of the composite oxide 

30 containing lithium and the first transition metal or in the vicinity of crystal defects thereof. The 

representative element segregated in the vicinity of a grain boundary or in the vicinity of crystal 

defects can contribute to further improvement in stability of the crystal structure of the 

composite oxide containing lithium and the first transition metal included in the first region 101. 

[O 190] 

35 When the composite oxide containing lithium and the first transition metal included in 
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the first region 101 includes a crack portion, the representative element is also segregated in the 

crack portion by heating. In addition, not only the representative element but also the second 

transition metal can be segregated. The crack portion is in contact with the electrolyte solution 

like the surface of the particle. Thus, the representative element and the second transition metal 

5 are segregated in the crack portion, and the third region 103 and the second region 102 are 

generated, whereby a chemically stable material can be used for the region in contact with the 

electrolyte solution. As a result, a secondary battery having excellent cycle characteristics can 

be provided. 

15 

[O 191] 

The ratio between a representative element (T) and fluorine (F) in a starting material is 

preferably in a range of T:F = l:x (1.5:::;.x:::::4) (atomic ratio) because the segregation of the 

representative element effectively occurs. Further preferably, the ratio between T and F is 

approximately 1:2 ( atomic ratio). 

[0192] 

Since the third region 103 formed by segregation is formed by epitaxial growth, 

orientations of crystals in the second region 102 and the third region 103 are partly and 

substantially aligned with each other in some cases. That is, the second region 102 and the third 

region 103 become topotaxy in some cases. When the orientations of crystals in the second 

region 102 and the third region 103 are substantially aligned with each other, these regions can 

20 serve as a more favorable coating layer. 

[0193] 

However, not all of the representative elements such as magnesium which is added as a 

starting material need not be segregated in the third region 103. For example, the first region 

101 may contain a small amount ofrepresentative element such as magnesium. 

25 [0194] 

<Fourth region 104> 

In addition, as illustrated in FIG. IC, the positive electrode active material 100 may 

include a fourth region 104 on the third region 103. Furthermore, when the positive electrode 

active material 100 contains a defect such as a crack portion 106, the fourth region 104 may be 

30 present to embed the defect such as the crack portion 106. 

[O 195] 

The fourth region 104 contains some elements contained in the second region 102 and 

the third region 103. For example, the fourth region 104 contains the second transition metal 

and the representative element. 

35 [0196] 
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The fourth region 104 may have a projection, a stripe shape, or a layered shape. The 

fourth region 104 is formed using the second transition metal and the representative element not 

contained in the second region 102 or the third region 103 of the second transition metals and 

the representative elements contained in the starting material and the like. That is, with the 

5 fourth region 104, the amount of the second transition metal and the representative element 

contained in the second region 102 and the third region 103 can be kept in an appropriate range 

and the crystal structures of the second region 102 and the third region 103 can be stabilized in 

some cases. Moreover, with the fourth region 104, the defect such as the crack portion 106 

included in the positive electrode active material 100 can be repaired. 

10 [0197] 

The presence of the fourth region 104 and the shape of the fourth region 104 can be 

observed by a scanning electron microscope (SEM) or the like. Elements contained in the fourth 

region 104 can be analyzed by SEM-EDX or the like. 

[O 198] 

15 [Method for forming positive electrode active material] 

20 

Next, an example of a method for forming the positive electrode active material 100, 

which is one embodiment of the present invention, is described. 

[O 199] 

<Step 11: Preparation of starting materials> 

First, starting materials are prepared. From the starting materials prepared in this 

process, the first region 101 and the third region 103 are formed finally. 

[0200] 

As materials of lithium and the first transition metal contained in the first region 101, a 

source oflithium and a source of the first transition metal are prepared. In addition, as materials 

25 of the compound of the representative elements contained in the third region 103, a source of 

the representative element is prepared. 

[0201] 

In addition to these sources, a source of fluorine is preferably prepared. Fluorine used 

for the materials has an effect of segregating the representative elements contained in the third 

30 region 103 on the surface of the positive electrode active material 100 in a later step. 

[0202] 

As the source of lithium, for example, lithium carbonate and lithium fluoride can be 

used. As the source of the first transition metal, for example, an oxide of the first transition 

metal can be used. As the source of the representative element, for example, an oxide of the 

35 representative element contained in the third region and fluoride of the representative element 
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As the source of fluorine, for example, lithium fluoride and fluoride of the representative 

element contained in the third region can be used. That is, lithium fluoride can be used as either 

5 the source of lithium or the source of fluorine. 

[0204] 

The amount of fluorine contained in the source of fluorine is preferably 1. 0 time to 4 

times (atomic ratio), further preferably 1.5 times to 3 times (atomic ratio) the amount of 

representative element contained in the source of the representative element. 

10 [0205] 

<Step 12: Mixing of starting materials> 

Next, the source of lithium, the source of the first transition metal, and the source of the 

representative element are mixed. In addition, the source of fluorine is preferably added. For 

example, a ball mill and a bead mill can be used for the mixing. 

15 [0206] 

<Step 13: First heating> 

Next, the materials mixed in Step 12 are heated. In this step, the heating is referred to 

as baking or first heating in some cases. The heating is preferably performed at higher than or 

equal to 800 °C and lower than or equal to ll00 °C, further preferably at higher than or equal 

20 to 900 °C and lower than or equal to 1000 °C. The heating time is preferably greater than or 

equal to 2 hours and less than or equal to 20 hours. The baking is preferably performed in a 

dried atmosphere such as dry air. In the dried atmosphere, for example, the dew point is 

preferably lower than or equal to -50 °C, further preferably lower than or equal to -100 °C. In 

this embodiment, the heating is performed at 1000 °C for 10 hours, the temperature rising rate 

25 is 200 °C/h, and dry air whose dew point is -109 °C flows at 10 L/min. After that, the heated 

materials are cooled to room temperature. 

[0207] 

By the heating in Step 13, the composite oxide of lithium and the first transition metal 

having a layered rock-salt crystal structure can be synthesized. At this time, the representative 

30 element and fluorine contained in the starting materials form a solid solution in the composite 

oxide. However, some representative elements have been already segregated on the surface of 

the composite oxide in some cases. 

[0208] 

In addition, as the starting materials, particles of the composite oxide containing lithium, 

35 cobalt, fluorine, and magnesium which are synthesized in advance may be used. In this case, 
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Step 12 and Step 13 can be omitted. For example, lithium cobalt oxide particles (C-20F, 

produced by NIPPON CHEMICAL INDUSTRIAL CO., LTD.) can be used as one of the starting 

materials. The lithium cobalt oxide particle has a diameter of approximately 20 µm and contains 

fluorine, magnesium, calcium, sodium, silicon, sulfur, and phosphorus in a region which can be 

5 analyzed by XPS from the surface. 

[0209] 

<Step 14: Coating with second transition metal> 

Next, the composite oxide of lithium and the first transition metal is cooled to room 

temperature. Then, the surface of the composite oxide particle of lithium and the first transition 

10 metal is coated with a material containing the second transition metal. In the formation method 

example, a sol-gel method is used. 

[0210] 

First, the alkoxide of the second transition metal which is dissolved in alcohol and the 

composite oxide particles of lithium and the first transition metal are mixed. 

15 [0211] 

20 

For example, in the case where titanium is used as the second transition metal, TTIP can 

be used as the alkoxide of the second transition metal. As alcohol, isopropanol can be used, for 

example. 

[0212] 

Next, the above mixed solution is stirred in an atmosphere containing water vapor. The 

stirring can be performed with a magnetic stirrer, for example. The stirring time is not limited 

as long as water and TTIP in an atmosphere cause hydrolysis and polycondensation reaction. 

For example, the stirring can be performed at 25 °C and a humidity of 90 %RH (Relative 

Humidity) for 4 hours. 

25 [0213] 

As described above, when water and TTIP in an atmosphere are reacted, a sol-gel 

reaction can proceed more slowly as compared with the case where liquid water is added. 

Alternatively, when titanium alkoxide and water are reacted at room temperature, a sol-gel 

reaction can proceed more slowly as compared with the case where heating is performed at a 

30 temperature higher than the boiling point of alcohol which is a solvent, for example. A sol-gel 

reaction proceeds slowly, whereby a high-quality coating layer containing titanium with a 

uniform thickness can be formed. 

[0214] 

After the above process, precipitate is collected from the mixed solution. As the 

35 collection method, filtration, centrifugation, evaporation and drying, or the like can be used. In 
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this embodiment, filtration is used. For the filtration, a paper filter is used, and the residue is 

washed by alcohol which is the same as the solvent in which titanium alkoxide is dissolved. 

[0215] 

Then, the collected residue is dried. In this embodiment, vacuum drying is performed 

5 at 70 °C for one hour. 

[0216] 

<Step 15: Second heating> 

Next, the composite oxide particle coated with the material containing the second 

transition metal, which is formed in Step 14, is heated. This step is referred to as second heating 

10 in some cases. In the heating, the retention time within a specified temperature range is 

preferably shorter than or equal to 50 hours, further preferably longer than or equal to 2 hours 

and shorter than or equal to 10 hours, still further preferably longer than or equal to 1 hour and 

shorter than or equal to 3 hours. If the heating time is too short, there is concern that the 

segregation of the representative elements does not occur; however, if the heating time is too 

15 long, there is concern that the favorable second region 102 is not formed because diffusion of 

the second transition metal proceeds too much. 

[0217] 

The specified temperature is preferably higher than or equal to 500 °C and lower than 

or equal to 1200 °C, further preferably higher than or equal to 800 °C and lower than or equal 

20 to 1000 °C. If the specified temperature is too low, there is concern that the segregation of the 

representative elements and the second transition metal does not occur. However, if the 

specified temperature is too high, there is concern that the first transition metal in the composite 

oxide particle is reduced to decompose the composite oxide particle, that a layered structure of 

lithium and the first transition metal in the composite oxide particle cannot be kept, and the like. 

25 [0218] 

In this embodiment, the specified temperature is 800 °C and kept for 2 hours, the 

temperature rising rate is 200 °C/h, and the flow rate of dry air is 10 L/min. 

[0219] 

By the heating in Step 15, the composite oxide of lithium and the first transition metal 

30 and the oxide of the second transition metal covering the composite oxide become topotaxy. In 

other words, the first region 101 and the second region 102 become topotaxy. 

[0220] 

By the heating in Step 15, the representative elements which form a solid solution inside 

the composite oxide particle of lithium and the first transition metal are unevenly distributed on 

35 the surface to form a solid solution, that is, the representative elements are segregated, the 
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compound of the representative elements is formed, and the third region 103 is formed. At this 

time, the compound of the representative elements is formed by heteroepitaxial growth from the 

second region 102. That is, the second region 102 and the third region 103 become topotaxy. 

[0221] 

Since the second region 102 and the third region 103 contain crystals whose orientations 

are substantially aligned with each other and have a stable bond with the first region 101, when 

the positive electrode active material 100 is used for the secondary battery, a change of the 

crystal structure in the first region 101 which is caused by charging and discharging can be 

effectively suppressed. Even when lithium is released from the first region 101 due to charging, 

10 the superficial portion having a stable bond can suppress release of oxygen and the first 

15 

20 

25 

transition metal such as cobalt from the first region 101. Furthermore, a chemically stable 

material can be used for a region in contact with the electrolyte solution. Thus, a secondary 

battery having excellent cycle characteristics can be provided. 

[0222] 

Note that the entire first region 101 and second region 102 does not need to become 

topotaxy as long as part of the first region 101 and second region 102 becomes topotaxy. 

Furthermore, the entire second region 102 and third region 103 does not need to become 

topotaxy as long as part of the second region 102 and third region 103 becomes topotaxy. 

[0223] 

In the case where the compound of the representative elements contained in the third 

region contains oxygen, the heating in Step 15 is preferably performed in an atmosphere 

containing oxygen. Heating in an atmosphere containing oxygen promotes the formation of the 

third region 103. 

[0224] 

Furthermore, fluorine contained in the starting materials promotes the segregation of the 

representative elements. 

[0225] 

In this manner, in the method for forming the positive electrode active material of one 

embodiment of the present invention, after the elements forming the second region 102 are 

30 coated, heating is performed to form the third region 103, and two kinds of regions can be 

formed on the surface of the positive electrode active material 100. That is, in general, two 

coating steps are necessary for providing two kinds of regions in a superficial portion; however, 

in the method for forming the positive electrode active material of one embodiment of the 

present invention, only one coating step (sol-gel process) is needed, which is a formation method 

35 with high productivity. 
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Next, the particles heated in Step 15 are cooled to room temperature. The time of 

decreasing temperature is preferably long because topotaxy is easily generated. For example, 

5 the time of decreasing temperature from retention temperature to room temperature is preferably 

the same as the time of increasing temperature or longer, specifically longer than or equal to 10 

hours and shorter than or equal to 50 hours. 

[0227] 

<Step 17: Collecting> 

Next, the cooled particles are collected. Moreover, the particles are preferably made to 

pass through a sieve. Through the above process, the positive electrode active material 100 

including the first region 101, the second region 102, and the third region 103 can be formed. 

[0228] 

This embodiment can be implemented in appropriate combination with any of the other 

15 embodiments. 

[0229] 

(Embodiment 2) 

In this embodiment, examples of materials which can be used for a secondary battery 

containing the positive electrode active material 100 described in the above embodiment are 

20 described. In this embodiment, a secondary battery in which a positive electrode, a negative 

electrode, and an electrolyte solution are wrapped in an exterior body is described as an example. 

[0230] 

[Positive electrode] 

The positive electrode includes a positive electrode active material layer and a positive 

25 electrode current collector. 

[0231] 

<Positive electrode active material layer> 

The positive electrode active material layer contains at least a positive electrode active 

material. The positive electrode active material layer may contain, in addition to the positive 

30 electrode active material, other materials such as a coating film of the active material surface, a 

conductive additive, and a binder. 

[0232] 

As the positive electrode active material, the positive electrode active material 100 

described in the above embodiment can be used. When the above-described positive electrode 

35 active material 100 is used, a secondary battery with high capacity and excellent cycle 

42 



AMPEREX Ex. 1002 
Page 58

characteristics can be obtained. 

[0233] 

Attorney Docket No.: 12732-2003004 
Client Ref. No.: US24652/ .. ./26813-C4 

Examples of the conductive additive include a carbon material, a metal material, and a 

conductive ceramic material. Alternatively, a fiber material may be used as the conductive 

5 additive. The content of the conductive additive with respect to the total amount of the active 

material layer is preferably greater than or equal to 1 wt% and less than or equal to 10 wt%, 

more preferably greater than or equal to 1 wt% and less than or equal to 5 wt%. 

[0234] 

A network for electric conduction can be formed in the active material layer by the 

10 conductive additive. The conductive additive also allows maintaining of a path for electric 

conduction between the positive electrode active material particles. The addition of the 

conductive additive to the active material layer increases the electric conductivity of the active 

material layer. 

15 

[0235] 

Examples of the conductive additive include natural graphite, artificial graphite such as 

mesocarbon microbeads, and carbon fiber. Examples of carbon fiber include mesophase pitch­

based carbon fiber, isotropic pitch-based carbon fiber, carbon nanofiber, and carbon nanotube. 

Carbon nanotube can be formed by, for example, a vapor deposition method. Other examples 

of the conductive additive include carbon materials such as carbon black (e.g., acetylene black 

20 (AB)), graphite (black lead) particles, graphene, and fullerene. Alternatively, metal powder or 

metal fibers of copper, nickel, aluminum, silver, gold, or the like, a conductive ceramic material, 

or the like can be used. 

[0236] 

Alternatively, a graphene compound may be used as the conductive additive. 

25 [0237] 

A graphene compound has excellent electrical characteristics of high conductivity and 

excellent physical properties of high flexibility and high mechanical strength. Furthermore, a 

graphene compound has a planar shape. A graphene compound enables low-resistance surface 

contact. Furthermore, a graphene compound has extremely high conductivity even with a small 

30 thickness in some cases and thus allows a conductive path to be formed in an active material 

layer efficiently even with a small amount. For this reason, it is preferable to use a graphene 

compound as the conductive additive because the area where the active material and the 

conductive additive are in contact with each other can be increased. It is preferable to form the 

graphene compound serving as a conductive additive as a coating film to cover the entire surface 

35 of the active material with a spray dry apparatus, in which case the electrical resistance may be 
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reduced. Here, it is particularly preferable to use, for example, graphene, multilayer graphene, 

or RGO as a graphene compound. Note that RGO refers to a compound obtained by reducing 

graphene oxide (GO), for example. 

[0238] 

In the case where an active material with a small particle diameter (e.g., 1 µm or less) is 

used, the specific surface area of the active material is large and thus more conductive paths for 

the active material particles are needed. Thus, the amount of conductive additive tends to 

increase and the supported amount of active material tends to decrease relatively. When the 

supported amount of active material decreases, the capacity of the secondary battery also 

10 decreases. In such a case, a graphene compound that can efficiently form a conductive path 

even in a small amount is particularly preferably used as the conductive additive because the 

supported amount of active material does not decrease. 

[0239] 

A cross-sectional structure example of an active material layer 200 containing a 

15 graphene compound as a conductive additive is described below. 

[0240] 

FIG. 7A shows a longitudinal cross-sectional view of the active material layer 200. The 

active material layer 200 includes positive electrode active material particles 100, a graphene 

compound 201 serving as a conductive additive, and a binder (not illustrated). Here, graphene 

20 or multilayer graphene may be used as the graphene compound 201, for example. The graphene 

compound 201 preferably has a sheet-like shape. The graphene compound 201 may have a 

sheet-like shape formed of a plurality of sheets of multilayer graphene and/or a plurality of 

sheets of graphene that partly overlap with each other. 

25 

[0241] 

The longitudinal cross section of the active material layer 200 in FIG. 7B shows 

substantially uniform dispersion of the sheet-like graphene compounds 201 in the active 

material layer 200. The graphene compounds 201 are schematically shown by thick lines in 

FIG. 7B but are actually thin films each having a thickness corresponding to the thickness of a 

single layer or a multi-layer of carbon molecules. The plurality of graphene compounds 201 are 

30 formed in such a way as to partly coat or adhere to the surfaces of the plurality of positive 

electrode active material particles 100, so that the graphene compounds 201 make surface 

contact with the positive electrode active material particles 100. 

[0242] 

Here, the plurality of graphene compounds are bonded to each other to form a net-like 

35 graphene compound sheet (hereinafter referred to as a graphene compound net or a graphene 
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net). The graphene net covering the active material can function as a binder for bonding active 

materials. The amount of a binder can thus be reduced, or the binder does not have to be used. 

This can increase the proportion of the active material in the electrode volume or weight. That 

is to say, the capacity of the secondary battery can be increased. 

5 [0243] 

Here, it is preferable to perform reduction after a layer to be the active material layer 

200 is formed in such a manner that graphene oxide is used as the graphene compound 201 and 

mixed with an active material. When graphene oxide with extremely high dispersibility in a 

polar solvent is used for the formation of the graphene compounds 201, the graphene compounds 

10 201 can be substantially uniformly dispersed in the active material layer 200. The solvent is 

removed by volatilization from a dispersion medium in which graphene oxide is uniformly 

dispersed, and the graphene oxide is reduced; hence, the graphene compounds 201 remaining in 

the active material layer 200 partly overlap with each other and are dispersed such that surface 

contact is made, thereby forming a three-dimensional conduction path. Note that graphene 

15 oxide can be reduced either by heat treatment or with the use of a reducing agent, for example. 

[0244] 

Unlike a conductive additive in the form of particles, such as acetylene black, which 

makes point contact with an active material, the graphene compound 201 is capable of making 

low-resistance surface contact; accordingly, the electrical conduction between the positive 

20 electrode active material particles 100 and the graphene compounds 201 can be improved with 

a smaller amount of the graphene compound 201 than that of a normal conductive additive. This 

increases the proportion of the positive electrode active material particles 100 in the active 

material layer 200, resulting in increased discharge capacity of the secondary battery. 

25 

30 

35 

[0245] 

Alternatively, the graphene compound may cover the entire surface of the active 

material in advance with a spray dry apparatus. After that, at the time of forming the positive 

electrode active material layer, a graphene compound can be further added to make the 

conductive path between the active materials more favorable. 

[0246] 

As the binder, a rubber material such as styrene-butadiene rubber (SBR), styrene­

isoprene-styrene rubber, acrylonitrile-butadiene rubber, butadiene rubber, or ethylene­

propylene-diene copolymer can be used, for example. Alternatively, fluororubber can be used 

as the binder. 

[0247] 

For the binder, for example, water-soluble polymers are preferably used. As the water-

45 



AMPEREX Ex. 1002 
Page 61

Attorney Docket No.: 12732-2003004 
Client Ref. No.: US24652/ .. ./26813-C4 

soluble polymers, a polysaccharide and the like can be used. As the polysaccharide, a cellulose 

derivative such as carboxymethyl cellulose (CMC), methyl cellulose, ethyl cellulose, 

hydroxypropyl cellulose, diacetyl cellulose, or regenerated cellulose, starch, or the like can be 

used. It is more preferred that such water-soluble polymers be used in combination with any of 

5 the above rubber materials. 

[0248] 

Alternatively, as the binder, a material such as polystyrene, poly(methyl acrylate), 

poly(methyl methacrylate) (PMMA), sodium polyacrylate, polyvinyl alcohol (PVA), 

polyethylene oxide (PEO), polypropylene oxide, polyimide, polyvinyl chloride, 

10 polytetrafluoroethylene, polyethylene, polypropylene, polyisobutylene, polyethylene 

terephthalate, nylon, polyvinylidene fluoride (PV dF), polyacrylonitrile (PAN), ethylene­

propylene-diene polymer, polyvinyl acetate, or nitrocellulose is preferably used. 

[0249] 

A plurality of the above materials may be used in combination for the binder. 

15 [0250] 

For example, a material having a significant viscosity modifying effect and another 

material may be used in combination. For example, a rubber material or the like has high 

adhesion or high elasticity but may have difficulty in viscosity modification when mixed in a 

solvent. In such a case, a rubber material or the like is preferably mixed with a material having 

20 a significant viscosity modifying effect, for example. As a material having a significant 

viscosity modifying effect, for example, a water-soluble polymer is preferably used. An 

example of a water-soluble polymer having an especially significant viscosity modifying effect 

is the above-mentioned polysaccharide; for example, a cellulose derivative such as 

carboxymethyl cellulose (CMC), methyl cellulose, ethyl cellulose, hydroxypropyl cellulose, 

25 diacetyl cellulose, or regenerated cellulose, or starch can be used. 

[0251] 

Note that a cellulose derivative such as carboxymethyl cellulose obtains a higher 

solubility when converted into a salt such as a sodium salt or an ammonium salt of 

carboxymethyl cellulose, and accordingly, easily exerts an effect as a viscosity modifier. The 

30 high solubility can also increase the dispersibility of an active material and other components in 

the formation of slurry for an electrode. In this specification, cellulose and a cellulose derivative 

used as a binder of an electrode include salts thereof. 

[0252] 

The water-soluble polymers stabilize viscosity by being dissolved in water and allow 

35 stable dispersion of the active material and another material combined as a binder such as 
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styrene-butadiene rubber in an aqueous solution. Furthermore, a water-soluble polymer is 

expected to be easily and stably adsorbed to an active material surface because it has a functional 

group. Many cellulose derivatives such as carboxymethyl cellulose have functional groups such 

as a hydroxyl group and a carboxyl group. Because offunctional groups, polymers are expected 

5 to interact with each other and cover an active material surface in a large area. 

[0253] 

In the case where the binder covering or being in contact with the active material surface 

forms a film, the film is expected to serve as a passivation film to suppress the decomposition 

of the electrolyte solution. Here, the passivation film refers to a film without electric 

10 conductivity or a film with extremely low electric conductivity, and can inhibit the 

decomposition of an electrolyte solution at a potential at which a battery reaction occurs in the 

case where the passivation film is formed on the active material surface, for example. It is 

preferred that the passivation film can conduct lithium ions while suppressing electric 

conduction. 

15 [0254] 

<Positive electrode current collector> 

The positive electrode current collector can be formed using a material that has high 

conductivity, such as a metal like stainless steel, gold, platinum, aluminum, or titanium, or an 

alloy thereof. It is preferred that a material used for the positive electrode current collector not 

20 dissolve at the potential of the positive electrode. Alternatively, the positive electrode current 

collector can be formed using an aluminum alloy to which an element that improves heat 

resistance, such as silicon, titanium, neodymium, scandium, or molybdenum, is added. Still 

alternatively, a metal element that forms silicide by reacting with silicon can be used. Examples 

of the metal element that forms silicide by reacting with silicon include zirconium, titanium, 

25 hafnium, vanadium, niobium, tantalum, chromium, molybdenum, tungsten, cobalt, and nickel. 

The current collector can have any of various shapes including a foil-like shape, a plate-like 

shape (sheet-like shape), a net-like shape, a punching-metal shape, and an expanded-metal 

shape. The current collector preferably has a thickness of 5 µm to 30 µm. 

[0255] 

30 [Negative electrode] 

The negative electrode includes a negative electrode active material layer and a negative 

electrode current collector. The negative electrode active material layer may contain a 

conductive additive and a binder. 

[0256] 

35 <Negative electrode active material> 
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As a negative electrode active material, for example, an alloy-based material or a 

carbon-based material can be used. 

[0257] 

For the negative electrode active material, an element which enables charge-discharge 

5 reactions by an alloying reaction and a dealloying reaction with lithium can be used. For 

example, a material containing at least one of silicon, tin, gallium, aluminum, germanium, lead, 

antimony, bismuth, silver, zinc, cadmium, indium, and the like can be used. Such elements have 

higher capacity than carbon. In particular, silicon has a significantly high theoretical capacity 

of 4200 mAh/g. For this reason, silicon is preferably used as the negative electrode active 

10 material. Alternatively, a compound containing any of the above elements may be used. 

Examples of the compound include Si 0, Mg2Si, Mg2Ge, Sn 0, SnO2, Mg2Sn, SnS2, V 2Sn3, 

FeSn2, C0Sn2, Ni3Sn2, Cu6Sns, Ag3Sn, Ag3Sb, NhMnSb, CeSb3, LaSn3, La3Co2Sn7, C0Sb3, 

InSb, and SbSn. Here, an element that enables charge-discharge reactions by an alloying 

reaction and a dealloying reaction with lithium, a compound containing the element, and the 

15 like may be referred to as an alloy-based material. 

[0258] 

In this specification and the like, SiO refers, for example, to silicon monoxide. SiO can 

alternatively be expressed as SiOx. Here, x preferably has an approximate value of 1. For 

example, xis preferably 0.2 or more and 1.5 or less, more preferably 0.3 or more and 1.2 or less. 

20 [0259] 

25 

As the carbon-based material, graphite, graphitizing carbon (soft carbon), non­

graphitizing carbon (hard carbon), a carbon nanotube, graphene, carbon black, and the like can 

be used. 

[0260] 

Examples of graphite include artificial graphite and natural graphite. Examples of 

artificial graphite include meso-carbon microbeads (MCMB), coke-based artificial graphite, and 

pitch-based artificial graphite. As artificial graphite, spherical graphite having a spherical shape 

can be used. For example, MCMB is preferably used because it may have a spherical shape. 

Moreover, MCMB may preferably be used because it can relatively easily have a small surface 

30 area. Examples of natural graphite include flake graphite and spherical natural graphite. 

[0261] 

Graphite has a low potential substantially equal to that of a lithium metal (higher than 

or equal to 0.05 V and lower than or equal to 0.3 V vs. Li/Li+) when lithium ions are intercalated 

into the graphite (while a lithium-graphite intercalation compound is formed). For this reason, 

35 a lithium-ion secondary battery can have a high operating voltage. In addition, graphite is 
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preferred because of its advantages such as a relatively high capacity per unit volume, relatively 

small volume expansion, low cost, and higher level of safety than that of a lithium metal. 

[0262] 

Alternatively, for the negative electrode active material, an oxide such as titanium 

5 dioxide (TiO2), lithium titanium oxide (Li4 TisO12), lithium-graphite intercalation compound 

(LixC6), niobium pentoxide (Nb2Os), tungsten oxide (WO2), or molybdenum oxide (MoO2) can 

be used. 

[0263] 

Still alternatively, for the negative electrode active material, Li3-xMxN (M = Co, Ni, or 

10 Cu) with a Li3N structure, which is a nitride containing lithium and a transition metal, can be 

used. For example, Lh.6C00.4N3 is preferable because of high charge and discharge capacity 

(900 mAh/g and 1890 mAh/cm3). 

[0264] 

A nitride containing lithium and a transition metal is preferably used, in which case 

15 lithium ions are contained in the negative electrode active material and thus the negative 

electrode active material can be used in combination with a material for a positive electrode 

active material which does not contain lithium ions, such as V2Os or Cr3Os. In the case of using 

a material containing lithium ions as a positive electrode active material, the nitride containing 

lithium and a transition metal can be used for the negative electrode active material by extracting 

20 the lithium ions contained in the positive electrode active material in advance. 

[0265] 

Alternatively, a material which causes a conversion reaction can be used for the negative 

electrode active material; for example, a transition metal oxide which does not form an alloy 

with lithium, such as cobalt oxide (CoO), nickel oxide (NiO), and iron oxide (FeO), may be 

25 used. Other examples of the material which causes a conversion reaction include oxides such 

as Fe2O3, CuO, Cu2O, RuO2, and Cr2O3, sulfides such as CoSos9, NiS, and CuS, nitrides such 

as Zn3N2, Cu3N, and Ge3N4, phosphides such as NiP2, FeP2, and CoP3, and fluorides such as 

FeF3 and BiF3. 

30 

35 

[0266] 

For the conductive additive and the binder that can be included in the negative electrode 

active material layer, materials similar to those of the conductive additive and the binder that 

can be included in the positive electrode active material layer can be used. 

[0267] 

<Negative electrode current collector> 

For the negative electrode current collector, a material similar to that of the positive 

49 



AMPEREX Ex. 1002 
Page 65

5 

Attorney Docket No.: 12732-2003004 
Client Ref. No.: US24652/ .. ./26813-C4 

electrode current collector can be used. Note that a material which is not alloyed with a carrier 

ion such as lithium is preferably used for the negative electrode current collector. 

[0268] 

[Electrolyte solution] 

The electrolyte solution contains a solvent and an electrolyte. As a solvent of the 

electrolyte solution, an aprotic organic solvent is preferably used. For example, one of ethylene 

carbonate (EC), propylene carbonate (PC), butylene carbonate, chloroethylene carbonate, 

vinylene carbonate, y-butyrolactone, y-valerolactone, dimethyl carbonate (DMC), diethyl 

carbonate (DEC), ethyl methyl carbonate (EMC), methyl formate, methyl acetate, ethyl acetate, 

10 methyl propionate, ethyl propionate, propyl propionate, methyl butyrate, 1,3-dioxane, 1,4-

15 

dioxane, dimethoxyethane (DME), dimethyl sulfoxide, diethyl ether, methyl diglyme, 

acetonitrile, benzonitrile, tetrahydrofuran, sulfolane, and sultone can be used, or two or more of 

these solvents can be used in an appropriate combination in an appropriate ratio. 

[0269] 

Alternatively, when one or more kinds of ionic liquids (room temperature molten salts) 

which have features ofnon-flammability and non-volatility is used as a solvent of the electrolyte 

solution, a secondary battery can be prevented from exploding or catching fire even when the 

secondary battery internally shorts out or the internal temperature increases owing to 

overcharging or the like. An ionic liquid contains a cation and an anion. The ionic liquid 

20 contains an organic cation and an anion. Examples of the organic cation used for the electrolyte 

solution include aliphatic onium cations such as a quaternary ammonium cation, a tertiary 

sulfonium cation, and a quaternary phosphonium cation, and aromatic cations such as an 

imidazolium cation and a pyridinium cation. Examples of the anion used for the electrolyte 

solution include a monovalent amide-based anion, a monovalent methide-based anion, a 

25 fluorosulfonate anion, a perfluoroalkylsulfonate anion, a tetrafluoroborate anion, a 

perfluoroalkylborate anion, a hexafluorophosphate anion, and a perfluoroalkylphosphate anion. 

[0270] 

As an electrolyte dissolved in the above-described solvent, one of lithium salts such as 

LiPF6, LiC1O4, LiAsF6, LiBF4, LiAlC14, LiSCN, LiBr, Lil, LhSO4, LhB10Clto, LhB12Cl12, 

30 LiCF3SQ3, LiC4F9SQ3, LiC(CF3SO2)3, LiC(C2FsSO2)3, LiN(CF3SO2)2, LiN(C4F9SO2) 

(CF3SO2), and LiN(C2FsSO2)2 can be used, or two or more of these lithium salts can be used in 

an appropriate combination in an appropriate ratio. 

[0271] 

The electrolyte solution used for a secondary battery is preferably highly purified and 

35 contains a small amount of dust particles and elements other than the constituent elements of 
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the electrolyte solution (hereinafter also simply referred to as impurities). Specifically, the 

weight ratio of impurities to the electrolyte solution is less than or equal to 1 %, preferably less 

than or equal to 0.1 %, and further preferably less than or equal to 0.01 %. 

[0272] 

Furthermore, an additive agent such as vinylene carbonate, propane sultone (PS), tert­

butylbenzene (TBB), fluoroethylene carbonate (FEC), LiBOB, or a dinitrile compound such as 

succinonitrile or adiponitrile may be added to the electrolyte solution. The concentration of a 

material to be added with respect to the whole solvent is, for example, higher than or equal to 

0.1 wt% and lower than or equal to 5 wt%. 

10 [0273] 

Alternatively, a gelled electrolyte obtained in such a manner that a polymer is swelled 

with an electrolyte solution may be used. 

[0274] 

When a polymer gel electrolyte is used, safety against liquid leakage and the like is 

15 improved. Furthermore, a secondary battery can be thinner and more lightweight. 

[0275] 

As a polymer that undergoes gelation, a silicone gel, an acrylic gel, an acrylonitrile gel, 

a polyethylene oxide-based gel, a polypropylene oxide-based gel, a fluorine-based polymer gel, 

or the like can be used. 

20 [0276] 

Examples of the polymer include a polymer having a polyalkylene oxide structure, such 

as polyethylene oxide (PEO); PVDF; polyacrylonitrile; and a copolymer containing any of them. 

For example, PVDF-HFP, which is a copolymer of PVDF and hexafluoropropylene (HFP) can 

be used. The formed polymer may be porous. 

25 [0277] 

Instead of the electrolyte solution, a solid electrolyte including an inorganic material 

such as a sulfide-based inorganic material or an oxide-based inorganic material, or a solid 

electrolyte including a high-molecular material such as a polyethylene oxide (PEO)-based high­

molecular material may alternatively be used. When the solid electrolyte is used, a separator 

30 and a spacer are not necessary. Furthermore, since the battery can be entirely solidified, there 

is no possibility of liquid leakage to increase the safety of the battery dramatically. 

[0278] 

[Separator] 

The secondary battery preferably includes a separator. As the separator, for example, 

35 paper; nonwoven fabric; glass fiber; ceramics; or synthetic fiber using nylon (polyamide), 
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vinylon (polyvinyl alcohol-based fiber), polyester, acrylic, polyolefin, or polyurethane can be 

used. The separator is preferably formed to have an envelope-like shape to wrap one of the 

positive electrode and the negative electrode. 

[0279] 

The separator may have a multilayer structure. For example, an organic material film 

such as polypropylene or polyethylene can be coated with a ceramic-based material, a fluorine­

based material, a polyamide-based material, a mixture thereof, or the like. Examples of the 

ceramic-based material include aluminum oxide particles and silicon oxide particles. Examples 

of the fluorine-based material include PVDF and a polytetrafluoroethylene. Examples of the 

10 polyamide-based material include nylon and aramid (meta-based aramid and para-based 

aramid). 

[0280] 

Deterioration of the separator in charging and discharging at high voltage can be 

suppressed and thus the reliability of the secondary battery can be improved because oxidation 

15 resistance is improved when the separator is coated with the ceramic-based material. In 

addition, when the separator is coated with the fluorine-based material, the separator is easily 

brought into close contact with an electrode, resulting in high output characteristics. When the 

separator is coated with the polyamide-based material, in particular, aramid, the safety of the 

secondary battery is improved because heat resistance is improved. 

20 [0281] 

For example, both surfaces of a polypropylene film may be coated with a mixed material 

of aluminum oxide and aramid. Alternatively, a surface of the polypropylene film in contact 

with the positive electrode may be coated with the mixed material of aluminum oxide and 

aramid, and a surface of the polypropylene film in contact with the negative electrode may be 

25 coated with the fluorine-based material. 

[0282] 

With the use of a separator having a multilayer structure, the capacity of the secondary 

battery per volume can be increased because the safety of the secondary battery can be 

maintained even when the total thickness of the separator is small. 

30 [0283] 

[Exterior body] 

For an exterior body included in the secondary battery, a metal material such as 

aluminum and a resin material can be used, for example. An exterior body in the form of a film 

can also be used. As the film, for example, a film having a three-layer structure in which a 

35 highly flexible metal thin film of aluminum, stainless steel, copper, nickel, or the like is provided 
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over a film formed of a material such as polyethylene, polypropylene, polycarbonate, ionomer, 

or polyamide, and an insulating synthetic resin film of a polyamide-based resin, a polyester­

based resin, or the like is provided as the outer surface of the exterior body over the metal thin 

film can be used. 

5 [0284] 

[Charging and discharging methods] 

The secondary battery can be charged and discharged in the following manner, for 

example. 

[0285] 

10 <<CC charge>> 

First, CC charge, which is one of charging methods, is described. CC charge is a 

charging method in which a constant current is made to flow to a secondary battery in the whole 

charging period and charge is terminated when the voltage reaches a predetermined voltage. 

The secondary battery is assumed to be an equivalent circuit with internal resistance R and 

15 secondary battery capacitance C as illustrated in FIG. 8A. In that case, a secondary battery 

voltage VB is the sum of a voltage VR applied to the internal resistance Rand a voltage Ve applied 

to the secondary battery capacitance C. 

[0286] 

While the CC charge is performed, a switch is on as illustrated in FIG. 8A, so that a 

20 constant current I flows to the secondary battery. During the period, the current I is constant; 

thus, according to the Ohm's law (VR =Rx I), the voltage VR applied to the internal resistance 

R is also constant. In contrast, the voltage Ve applied to the secondary battery capacitance C 

increases over time. Accordingly, the secondary battery voltage VB increases over time. 

25 

[0287] 

When the secondary battery voltage VB reaches a predetermined voltage, e.g., 4.3 V, the 

charge is terminated. On termination of the CC charge, the switch is turned off as illustrated in 

FIG. 8B, and the current I becomes 0. Thus, the voltage VR applied to the internal resistance R 

becomes O V. Consequently, the secondary battery voltage VB is decreased by the lost voltage 

drop in the internal resistance R. 

30 [0288] 

FIG. 8C shows an example of the secondary battery voltage VB and charging current 

during a period in which the CC charge is performed and after the CC charge is terminated. The 

secondary battery voltage VB increases while the CC charge is performed, and slightly decreases 

after the CC charge is terminated. 

35 [0289] 
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Next, CCCV charge, which is a charging method different from the above-described 

method, is described. CCCV charge is a charging method in which CC charge is performed 

until the voltage reaches a predetermined voltage and then constant voltage (CV) charge is 

5 performed until the amount of current flow becomes small, specifically, a termination current 

value. 

[0290] 

While the CC charge is performed, a switch of a constant current power source is on and 

a switch of a constant voltage power source is off as illustrated in FIG. 9A, so that the constant 

10 current I flows to the secondary battery. During the period, the current I is constant; thus, 

according to the Ohm's law (VR = R x I), the voltage VR applied to the internal resistance R is 

also constant. In contrast, the voltage Ve applied to the secondary battery capacitance C 

increases over time. Accordingly, the secondary battery voltage VB increases over time. 

15 

[0291] 

When the secondary battery voltage VB reaches a predetermined voltage, e.g., 4.3 V, 

switching is performed from the CC charge to the CV charge. While the CV charge is 

performed, the switch of the constant voltage power source is on and the switch of the constant 

current power source is off as illustrated in FIG. 9B; thus, the secondary battery voltage VB is 

constant. In contrast, the voltage Ve applied to the secondary battery capacitance C increases 

20 over time. Since VB = VR + Ve is satisfied, the voltage VR applied to the internal resistance R 

decreases over time. As the voltage VR applied to the internal resistance R decreases, the current 

I flowing to the secondary battery also decreases according to the Ohm's law (VR =Rx I). 

[0292] 

When the current I flowing to the secondary battery becomes a predetermined current, 

25 e.g., approximately 0.01 C, charge is terminated. On termination of the CCCV charge, all the 

switches are turned off as illustrated in FIG. 9C, so that the current I becomes 0. Thus, the 

voltage VR applied to the internal resistance R becomes O V. However, the voltage VR applied to 

the internal resistance R becomes sufficiently small by the CV charge; thus, even when a voltage 

drop no longer occurs in the internal resistance R, the secondary battery voltage VB hardly 

30 decreases. 

[0293] 

FIG. 9D shows an example of the secondary battery voltage VB and charging current 

while the CCCV charge is performed and after the CCCV charge is terminated. Even after the 

CCCV charge is terminated, the secondary battery voltage VB hardly decreases. 

35 [0294] 
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Next, CC discharge, which is one of discharging methods, is described. CC discharge 

is a discharging method in which a constant current is made to flow from the secondary battery 

in the whole discharging period, and discharge is terminated when the secondary battery voltage 

5 VB reaches a predetermined voltage, e.g., 2.5 V. 

[0295] 

FIG. 10 shows an example of the secondary battery voltage VB and discharging current 

while the CC discharge is performed. As discharge proceeds, the secondary battery voltage VB 

decreases. 

10 [0296] 

Next, a discharge rate and a charge rate will be described. The discharge rate refers to 

the relative ratio of discharging current to battery capacity and is expressed in a unit C. A current 

of approximately 1 Cina battery with a rated capacity X (Ah) is X A. The case where discharge 

is performed at a current of 2X A is rephrased as follows: discharge is performed at 2 C. The 

15 case where discharge is performed at a current of XIS A is rephrased as follows: discharge is 

performed at 0.2 C. Similarly, the case where charging is performed at a current of 2X A is 

rephrased as follows: charging is performed at 2 C, and the case where charging is performed at 

a current of XIS A is rephrased as follows: charging is performed at 0.2 C. 

[0297] 

20 (Embodiment 3) 

In this embodiment, examples of a shape of a secondary battery containing the positive 

electrode active material 100 described in the above embodiment are described. For the 

materials used for the secondary battery described in this embodiment, the description of the 

above embodiment can be referred to. 

25 [0298] 

[Coin-type secondary battery] 

First, an example of a coin-type secondary battery is described. FIG. l lA is an external 

view of a coin-type (single-layer flat type) secondary battery, and FIG. l lB is a cross-sectional 

view thereof. 

30 [0299] 

In a coin-type secondary battery 300, a positive electrode can 301 doubling as a positive 

electrode terminal and a negative electrode can 302 doubling as a negative electrode terminal 

are insulated from each other and sealed by a gasket 303 made of polypropylene or the like. A 

positive electrode 304 includes a positive electrode current collector 305 and a positive electrode 

35 active material layer 306 provided in contact with the positive electrode current collector 305. 
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A negative electrode 307 includes a negative electrode current collector 308 and a negative 

electrode active material layer 309 provided in contact with the negative electrode current 

collector 308. 

[0300] 

Note that only one surface of each of the positive electrode 304 and the negative 

electrode 307 used for the coin-type secondary battery 300 is provided with an active material 

layer. 

[0301] 

For the positive electrode can 301 and the negative electrode can 302, a metal having a 

10 corrosion-resistant property to an electrolyte solution, such as nickel, aluminum, or titanium, an 

alloy of such a metal, or an alloy of such a metal and another metal ( e.g., stainless steel) can be 

used. Alternatively, the positive electrode can 301 and the negative electrode can 302 are 

preferably covered with nickel, aluminum, or the like in order to prevent corrosion due to the 

electrolyte solution. The positive electrode can 301 and the negative electrode can 302 are 

15 electrically connected to the positive electrode 304 and the negative electrode 307, respectively. 

[0302] 

The negative electrode 307, the positive electrode 304, and the separator 310 are 

immersed in the electrolyte solution. Then, as illustrated in FIG. l lB, the positive electrode 

304, the separator 310, the negative electrode 307, and the negative electrode can 302 are 

20 stacked in this order with the positive electrode can 301 positioned at the bottom, and the 

positive electrode can 301 and the negative electrode can 302 are subjected to pressure bonding 

with the gasket 303 located therebetween. In such a manner, the coin-type secondary battery 

300 can be manufactured. 

25 

[0303] 

When the positive electrode active material described in the above embodiment is used 

in the positive electrode 304, the coin-type secondary battery 300 with high capacity and 

excellent cycle characteristics can be obtained. 

[0304] 

Here, a current flow in charging a secondary battery is described with reference to FIG. 

30 llC. When a secondary battery using lithium is regarded as a closed circuit, lithium ions 

transfer and a current flows in the same direction. Note that in the secondary battery using 

lithium, an anode and a cathode change places in charge and discharge, and an oxidation reaction 

and a reduction reaction occur on the corresponding sides; hence, an electrode with a high 

reaction potential is called a positive electrode and an electrode with a low reaction potential is 

35 called a negative electrode. For this reason, in this specification, the positive electrode is 
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referred to as a "positive electrode" or a "plus electrode" and the negative electrode is referred 

to as a "negative electrode" or a "minus electrode" in all the cases where charge is performed, 

discharge is performed, a reverse pulse current is supplied, and a charging current is supplied. 

The use of the terms "anode" and "cathode" related to an oxidation reaction and a reduction 

5 reaction might cause confusion because the anode and the cathode change places at the time of 

charging and discharging. Thus, the terms "anode" and "cathode" are not used in this 

specification. If the term "anode" or "cathode" is used, it should be mentioned that the anode 

or the cathode is which of the one at the time of charging or the one at the time of discharging 

and corresponds to which of a positive (plus) electrode or a negative (minus) electrode. 

10 [0305] 

Two terminals in FIG. llC are connected to a charger, and the coin-type secondary 

battery 300 is charged. As the charge of the coin-type secondary battery 300 proceeds, a 

potential difference between electrodes increases. 

[0306] 

15 [Cylindrical secondary battery] 

Next, an example of a cylindrical secondary battery will be described with reference to 

FIGS. 12A to 12D. A cylindrical secondary battery 600 includes, as illustrated in FIG. 12A, a 

positive electrode cap (battery lid) 601 on the top surface and a battery can (outer can) 602 on 

the side and bottom surfaces. The positive electrode cap and the battery can (outer can) 602 are 

20 insulated from each other by a gasket (insulating packing) 610. 

[0307] 

FIG. 12B is a schematic cross-sectional view of the cylindrical secondary battery. Inside 

the battery can 602 having a hollow cylindrical shape, a battery element in which a strip-like 

positive electrode 604 and a strip-like negative electrode 606 are wound with a strip-like 

25 separator 605 located therebetween is provided. Although not illustrated, the battery element is 

wound around a center pin. One end of the battery can 602 is close and the other end thereof is 

open. For the battery can 602, a metal having a corrosion-resistant property to an electrolyte 

solution, such as nickel, aluminum, or titanium, an alloy of such a metal, or an alloy of such a 

metal and another metal (e.g., stainless steel) can be used. Alternatively, the battery can 602 is 

30 preferably covered with nickel, aluminum, or the like in order to prevent corrosion due to the 

electrolyte solution. Inside the battery can 602, the battery element in which the positive 

electrode, the negative electrode, and the separator are wound is provided between a pair of 

insulating plates 608 and 609 that face each other. Furthermore, a nonaqueous electrolyte 

solution (not illustrated) is injected inside the battery can 602 provided with the battery element. 

35 As the nonaqueous electrolyte solution, a nonaqueous electrolyte solution that is similar to that 
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Since the positive electrode and the negative electrode of the cylindrical secondary 

battery are wound, active materials are preferably formed on both sides of the current collectors. 

5 A positive electrode terminal (positive electrode current collecting lead) 603 is connected to the 

positive electrode 604, and a negative electrode terminal (negative electrode current collecting 

lead) 607 is connected to the negative electrode 606. Both the positive electrode terminal 603 

and the negative electrode terminal 607 can be formed using a metal material such as aluminum. 

The positive electrode terminal 603 and the negative electrode terminal 607 are resistance-

10 welded to a safety valve mechanism 612 and the bottom of the battery can 602, respectively. 

The safety valve mechanism 612 is electrically connected to the positive electrode cap 601 

through a positive temperature coefficient (PTC) element 611. The safety valve mechanism 612 

cuts off electrical connection between the positive electrode cap 601 and the positive electrode 

604 when the internal pressure of the battery exceeds a predetermined threshold value. The 

15 PTC element 611, which serves as a thermally sensitive resistor whose resistance increases as 

temperature rises, limits the amount of current by increasing the resistance, in order to prevent 

abnormal heat generation. Barium titanate (BaTiO3)-based semiconductor ceramic can be used 

for the PTC element. 

20 

[0309] 

Alternatively, as illustrated in FIG. 12C, a plurality of cylindrical secondary batteries 

600 may be sandwiched between a conductive plate 613 and a conductive plate 614 to form a 

module 615. The plurality of cylindrical secondary batteries 600 may be connected in parallel, 

connected in series, or connected in series after being connected in parallel. With the module 

615 including the plurality of cylindrical secondary batteries 600, large electric power can be 

25 extracted. 

[0310] 

FIG. 12D is a top view of the module 615. The conductive plate 613 is shown by a 

dotted line for clarity of the drawing. As illustrated in FIG. 12D, the module 615 may include 

a wiring 616 which electrically connects the plurality of cylindrical secondary batteries 600 to 

30 each other. It is possible to provide the conductive plate 613 over the wiring 616 to overlap with 

each other. In addition, a temperature control device 617 may be provided between the plurality 

of cylindrical secondary batteries 600. When the cylindrical secondary batteries 600 are 

overheated, the temperature control device 617 can cool them, and when the cylindrical 

secondary batteries 600 are cooled too much, the temperature control device 617 can heat them. 

35 Thus, the performance of the module 615 is not easily influenced by the outside air temperature. 
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When the positive electrode active material described in the above embodiment is used 

in the positive electrode 604, the cylindrical secondary battery 600 with high capacity and 

excellent cycle characteristics can be obtained. 

5 [0312] 

15 

20 

[Structural examples of secondary battery] 

Other structural examples of secondary batteries will be described with reference to 

FIGS. 13A and 13B, FIGS. 14A-l, 14A-2, 14B-l, and 14B-2, FIGS. 15A and 15B, and FIG. 16. 

[0313] 

FIGS. 13A and 13B are external views of a secondary battery. The secondary battery 

includes a circuit board 900 and a secondary battery 913. A label 910 is attached to the 

secondary battery 913. As shown in FIG. 13B, the secondary battery further includes a terminal 

951, a terminal 952, an antenna 914, and an antenna 915. 

[0314] 

The circuit board 900 includes terminals 911 and a circuit 912. The terminals 911 are 

connected to the terminals 951 and 952, the antennas 914 and 915, and the circuit 912. Note 

that a plurality of terminals 911 serving as a control signal input terminal, a power supply 

terminal, and the like may be provided. 

[0315] 

The circuit 912 may be provided on the rear surface of the circuit board 900. The shape 

of each of the antennas 914 and 915 is not limited to a coil shape and may be a linear shape or 

a plate shape. Furthermore, a planar antenna, an aperture antenna, a traveling-wave antenna, an 

EH antenna, a magnetic-field antenna, a dielectric antenna, or the like may be used. 

Alternatively, the antenna 914 or the antenna 915 may be a flat-plate conductor. The flat-plate 

25 conductor can serve as one of conductors for electric field coupling. That is, the antenna 914 or 

30 

the antenna 915 can serve as one of two conductors of a capacitor. Thus, electric power can be 

transmitted and received not only by an electromagnetic field or a magnetic field but also by an 

electric field. 

[0316] 

The line width of the antenna 914 is preferably larger than that of the antenna 915. This 

makes it possible to increase the amount of electric power received by the antenna 914. 

[0317] 

The secondary battery includes a layer 916 between the secondary battery 913 and the 

antennas 914 and 915. The layer 916 has a function of blocking an electromagnetic field from 

35 the secondary battery 913, for example. As the layer 916, for example, a magnetic body can be 

59 



AMPEREX Ex. 1002 
Page 75

used. 

[0318] 

Attorney Docket No.: 12732-2003004 
Client Ref. No.: US24652/ .. ./26813-C4 

Note that the structure of the secondary battery is not limited to that shown in FIGS. 

13Aand 13B. 

5 [0319] 

For example, as shown in FIGS. 14A-l and 14A-2, two opposite surfaces of the 

secondary battery 913 in FIGS. 13A and 13B may be provided with respective antennas. FIG. 

14A-l is an external view showing one side of the opposite surfaces, and FIG. 14A-2 is an 

external view showing the other side of the opposite surfaces. For portions similar to those in 

10 FIGS. 13A and 13B, a description of the secondary battery illustrated in FIGS. 13A and 13B 

can be referred to as appropriate. 

[0320] 

As illustrated in FIG. 14A-l, the antenna 914 is provided on one of the opposite surfaces 

of the secondary battery 913 with the layer 916 located therebetween, and as illustrated in FIG. 

15 14A-2, an antenna 918 is provided on the other of the opposite surfaces of the secondary battery 

913 with a layer 917 located therebetween. The layer 917 has a function of blocking an 

electromagnetic field from the secondary battery 913, for example. As the layer 917, for 

example, a magnetic body can be used. 

20 

[0321] 

With the above structure, both of the antennas 914 and 918 can be increased in size. The 

antenna 918 has a function of communicating data with an external device, for example. An 

antenna with a shape that can be applied to the antenna 914, for example, can be used as the 

antenna 918. As a system for communication using the antenna 918 between the secondary 

battery and another device, a response method that can be used between the secondary battery 

25 and another device, such as NFC, can be employed. 

[0322] 

Alternatively, as illustrated in FIG. 14B-l, the secondary battery 913 in FIGS. 13A and 

13B may be provided with a display device 920. The display device 920 is electrically 

connected to the terminal 911. It is possible that the label 910 is not provided in a portion where 

30 the display device 920 is provided. For portions similar to those in FIGS. 13A and 13B, a 

description of the secondary battery illustrated in FIGS. 13A and 13B can be referred to as 

appropriate. 

[0323] 

The display device 920 can display, for example, an image showing whether charge is 

35 being carried out, an image showing the amount of stored power, or the like. As the display 
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device 920, electronic paper, a liquid crystal display device, an electroluminescent (EL) display 

device, or the like can be used. For example, the use of electronic paper can reduce power 

consumption of the display device 920. 

[0324] 

Alternatively, as illustrated in FIG. 14B-2, the secondary battery 913 illustrated in FIGS. 

13A and 13B may be provided with a sensor 921. The sensor 921 is electrically connected to 

the terminal 911 via a terminal 922. For portions similar to those in FIGS. 13A and 13B, a 

description of the secondary battery illustrated in FIGS. 13A and 13B can be referred to as 

appropriate. 

10 [0325] 

The sensor 921 has a function of measuring, for example, displacement, position, speed, 

acceleration, angular velocity, rotational frequency, distance, light, liquid, magnetism, 

temperature, chemical substance, sound, time, hardness, electric field, electric current, voltage, 

electric power, radiation, flow rate, humidity, gradient, oscillation, odor, or infrared rays. With 

15 the sensor 921, for example, data on an environment (e.g., temperature) where the secondary 

battery is placed can be determined and stored in a memory inside the circuit 912. 

[0326] 

Furthermore, structural examples of the secondary battery 913 will be described with 

reference to FIGS. 15A and 15B and FIG. 16. 

20 [0327] 

The secondary battery 913 illustrated in FIG. 15A includes a wound body 950 provided 

with the terminals 951 and 952 inside a housing 930. The wound body 950 is soaked in an 

electrolyte solution inside the housing 930. The terminal 952 is in contact with the housing 930. 

An insulator or the like inhibits contact between the terminal 951 and the housing 930. Note 

25 that in FIG. 15A, the housing 930 divided into two pieces is illustrated for convenience; 

however, in the actual structure, the wound body 950 is covered with the housing 930 and the 

terminals 951 and 952 extend to the outside of the housing 930. For the housing 930, a metal 

material (such as aluminum) or a resin material can be used. 

30 

35 

[0328] 

Note that as illustrated in FIG. 15B, the housing 930 in FIG. 15A may be formed using 

a plurality of materials. For example, in the secondary battery 913 in FIG. 15B, a housing 930a 

and a housing 930b are bonded to each other, and the wound body 950 is provided in a region 

surrounded by the housing 930a and the housing 930b. 

[0329] 

For the housing 930a, an insulating material such as an organic resin can be used. In 
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particular, when a material such as an organic resin is used for the side on which an antenna is 

formed, blocking of an electric field from the secondary battery 913 can be inhibited. When an 

electric field is not significantly blocked by the housing 930a, an antenna such as the antennas 

914 and 915 may be provided inside the housing 930a. For the housing 930b, a metal material 

5 can be used, for example. 

[0330] 

FIG. 16 illustrates the structure of the wound body 950. The wound body 950 includes 

a negative electrode 931, a positive electrode 932, and separators 933. The wound body 950 is 

obtained by winding a sheet of a stack in which the negative electrode 931 overlaps with the 

10 positive electrode 932 with the separator 933 provided therebetween. Note that a plurality of 

stacks each including the negative electrode 931, the positive electrode 932, and the separator 

93 3 may be stacked. 

[0331] 

The negative electrode 931 is connected to the terminal 911 in FIGS. 13A and 13B via 

15 one of the terminals 951 and 952. The positive electrode 932 is connected to the terminal 911 

in FIGS. 13A and 13B via the other of the terminals 951 and 952. 

[0332] 

When the positive electrode active material described in the above embodiment is used 

in the positive electrode 932, the secondary battery 913 with high capacity and excellent cycle 

20 characteristics can be obtained. 

[0333] 

[Laminated secondary battery] 

Next, an example of a laminated secondary battery will be described with reference to 

FIGS. 17A to 17C, FIG. 18A and 18B, FIG. 19, FIG. 20, FIGS. 21A to 21C, FIGS. 22A, 22Bl, 

25 22B2, 22C, and 22D, and FIGS. 23A and 23B. When the laminated secondary battery has 

flexibility and is used in an electronic device at least part of which is flexible, the secondary 

battery can be bent as the electronic device is bent. 

[0334] 

A laminated secondary battery 980 is described with reference to FIGS. 17 A to l 7C. 

30 The laminated secondary battery 980 includes a wound body 993 illustrated in FIG. 17 A. The 

wound body 993 includes a negative electrode 994, a positive electrode 995, and a separator 

996. The wound body 993 is, like the wound body 950 illustrated in FIG. 16, obtained by 

winding a sheet of a stack in which the negative electrode 994 overlaps with the positive 

electrode 995 with the separator 996 therebetween. 

35 [0335] 
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Note that the number of stacks each including the negative electrode 994, the positive 

electrode 995, and the separator 996 may be determined as appropriate depending on capacity 

and an element volume which are required. The negative electrode 994 is connected to a 

negative electrode current collector (not illustrated) via one of a lead electrode 997 and a lead 

5 electrode 998. The positive electrode 995 is connected to a positive electrode current collector 

(not illustrated) via the other of the lead electrode 997 and the lead electrode 998. 

[0336] 

As illustrated in FIG. 17B, the wound body 993 is packed in a space formed by bonding 

a film 981 and a film 982 having a depressed portion that serve as exterior bodies by 

10 thermocompression bonding or the like, whereby the laminated secondary battery 980 can be 

formed as illustrated in FIG. l 7C. The wound body 993 includes the lead electrode 997 and the 

lead electrode 998, and is soaked in an electrolyte solution inside a space surrounded by the film 

981 and the film 982 having a depressed portion. 

15 

[0337] 

For the film 981 and the film 982 having a depressed portion, a metal material such as 

aluminum or a resin material can be used, for example. With the use of a resin material for the 

film 981 and the film 982 having a depressed portion, the film 981 and the film 982 having a 

depressed portion can be changed in their forms when external force is applied; thus, a flexible 

secondary battery can be fabricated. 

20 [0338] 

Although FIGS. 17B and l 7C illustrate an example where a space is formed by two 

films, the wound body 993 may be placed in a space formed by bending one film. 

[0339] 

When the positive electrode active material described in the above embodiment is used 

25 in the positive electrode 995, the laminated secondary battery 980 with high capacity and 

excellent cycle characteristics can be obtained. 

[0340] 

In FIGS. 17 A to l 7C, an example in which the laminated secondary battery 980 includes 

a wound body in a space formed by films serving as exterior bodies is described; however, as 

30 illustrated in FIGS. 18A and 18B, a secondary battery may include a plurality of strip-shaped 

positive electrodes, a plurality of strip-shaped separators, and a plurality of strip-shaped negative 

electrodes in a space formed by films serving as exterior bodies, for example. 

[0341] 

A laminated secondary battery 500 illustrated in FIG. 18A includes a positive electrode 

35 503 including a positive electrode current collector 501 and a positive electrode active material 
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layer 502, a negative electrode 506 including a negative electrode current collector 504 and a 

negative electrode active material layer 505, a separator 507, an electrolyte solution 508, and an 

exterior body 509. The separator 507 is provided between the positive electrode 503 and the 

negative electrode 506 in the exterior body 509. The exterior body 509 is filled with the 

5 electrolyte solution 508. The electrolyte solution described in Embodiment 2 can be used for 

the electrolyte solution 508. 

[0342] 

In the laminated secondary battery 500 illustrated in FIG. 18A, the positive electrode 

current collector 501 and the negative electrode current collector 504 also serve as terminals for 

10 an electrical contact with an external portion. For this reason, the positive electrode current 

collector 501 and the negative electrode current collector 504 may be arranged so as to be partly 

exposed to the outside of the exterior body 509. Alternatively, a lead electrode and the positive 

electrode current collector 501 or the negative electrode current collector 504 may be bonded to 

each other by ultrasonic welding, and instead of the positive electrode current collector 501 and 

15 the negative electrode current collector 504, the lead electrode may be exposed to the outside of 

the exterior body 509. 

[0343] 

As the exterior body 509 of the laminated secondary battery 500, for example, a laminate 

film having a three-layer structure can be employed in which a highly flexible metal thin film 

20 of aluminum, stainless steel, copper, nickel, or the like is provided over a film formed of a 

material such as polyethylene, polypropylene, polycarbonate, ionomer, or polyamide, and an 

insulating synthetic resin film of a polyamide-based resin, a polyester-based resin, or the like is 

provided over the metal thin film as the outer surface of the exterior body. 

25 

[0344] 

FIG. 18B illustrates an example of a cross-sectional structure of the laminated secondary 

battery 500. Although FIG. 18A illustrates an example including only two current collectors for 

simplicity, an actual battery includes a plurality of electrode layers. 

[0345] 

The example in FIG. 18B includes 16 electrode layers. The laminated secondary battery 

30 500 has flexibility even though including 16 electrode layers. FIG. 18B illustrates a structure 

including 8 layers of negative electrode current collectors 504 and 8 layers of positive electrode 

current collectors 501, i.e., 16 layers in total. Note that FIG. 18B illustrates a cross section of 

the lead portion of the negative electrode, and the 8 negative electrode current collectors 504 

are bonded to each other by ultrasonic welding. It is needless to say that the number of electrode 

35 layers is not limited to 16, and may be more than 16 or less than 16. With a large number of 
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electrode layers, the secondary battery can have high capacity. In contrast, with a small number 

of electrode layers, the secondary battery can have small thickness and high flexibility. 

[0346] 

FIGS. 19 and 20 each illustrate an example of the external view of the laminated 

5 secondary battery 500. In FIGS. 19 and 20, the positive electrode 503, the negative electrode 

506, the separator 507, the exterior body 509, a positive electrode lead electrode 510, and a 

negative electrode lead electrode 511 are included. 

[0347] 

FIG. 21A illustrates external views of the positive electrode 503 and the negative 

10 electrode 506. The positive electrode 503 includes the positive electrode current collector 501, 

and the positive electrode active material layer 502 is formed on a surface of the positive 

electrode current collector 501. The positive electrode 503 also includes a region where the 

positive electrode current collector 501 is partly exposed (hereinafter referred to as a tab region). 

The negative electrode 506 includes the negative electrode current collector 504, and the 

15 negative electrode active material layer 505 is formed on a surface of the negative electrode 

current collector 504. The negative electrode 506 also includes a region where the negative 

electrode current collector 504 is partly exposed, that is, a tab region. The areas and the shapes 

of the tab regions included in the positive electrode and the negative electrode are not limited to 

those illustrated in FIG. 21A. 

20 [0348] 

25 

[Method for manufacturing laminated secondary battery] 

Here, an example of a method for manufacturing the laminated secondary battery whose 

external view is illustrated in FIG. 19 will be described with reference to FIGS. 21B and 21C. 

[0349] 

First, the negative electrode 506, the separator 507, and the positive electrode 503 are 

stacked. FIG. 21B illustrates a stack including the negative electrode 506, the separator 507, 

and the positive electrode 503. The secondary battery described here as an example includes 5 

negative electrodes and 4 positive electrodes. Next, the tab regions of the positive electrodes 

503 are bonded to each other, and the tab region of the positive electrode on the outermost 

30 surface and the positive electrode lead electrode 510 are bonded to each other. The bonding can 

35 

be performed by ultrasonic welding, for example. In a similar manner, the tab regions of the 

negative electrodes 506 are bonded to each other, and the negative electrode lead electrode 511 

is bonded to the tab region of the negative electrode on the outermost surface. 

[0350] 

After that, the negative electrode 506, the separator 507, and the positive electrode 503 
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Subsequently, the exterior body 509 is folded along a dashed line as illustrated in FIG. 

21C. Then, the outer edge of the exterior body 509 is bonded. The bonding can be performed 

5 by thermocompression bonding, for example. At this time, a part (or one side) of the exterior 

body 509 is left unbonded (to provide an inlet) so that the electrolyte solution 508 can be 

introduced later. 

[0352] 

Next, the electrolyte solution 508 is introduced into the exterior body 509 from the inlet 

10 of the exterior body 509. The electrolyte solution 508 is preferably introduced in a reduced 

pressure atmosphere or in an inert gas atmosphere. Lastly, the inlet is bonded. In the above 

manner, the laminated secondary battery 500 can be manufactured. 

[0353] 

When the positive electrode active material described in the above embodiment is used 

15 in the positive electrode 503, the laminated secondary battery 500 with high capacity and 

excellent cycle characteristics can be obtained. 

[0354] 

[Bendable secondary battery] 

Next, an example of a bendable secondary battery is described with reference to FIGS. 

20 22A, 22Bl, 22B2, 22C and 22D and FIGS. 23A and 23B. 

[0355] 

FIG. 22A is a schematic top view of a bendable secondary battery 50. FIGS. 22Bl, 

22B2, and 22C are schematic cross-sectional views taken along cutting line C l-C2, cutting line 

C3-C4, and cutting line Al-A2, respectively, in FIG. 22A. The battery 50 includes an exterior 

25 body 51 and a positive electrode l la, and a negative electrode 11 b held in the exterior body 51. 

A lead 12a electrically connected to the positive electrode l la and a lead 12b electrically 

connected to the negative electrode 11 b are extended to the outside of the exterior body 51. In 

addition to the positive electrode 11 a and the negative electrode 11 b, an electrolyte solution (not 

illustrated) is enclosed in a region surrounded by the exterior body 51. 

30 [0356] 

FIGS. 23A and 23B illustrate the positive electrode Ila and the negative electrode llb 

included in the battery 50. FIG. 23A is a perspective view illustrating the stacking order of the 

positive electrode Ila, the negative electrode llb, and the separator 14. FIG. 23B is a 

perspective view illustrating the lead 12a and the lead 12b in addition to the positive electrode 

35 Ila and the negative electrode llb. 
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As illustrated in FIG. 23A, the battery 50 includes a plurality of strip-shaped positive 

electrodes 11 a, a plurality of strip-shaped negative electrodes 11 b, and a plurality of separators 

14. The positive electrode Ila and the negative electrode llb each include a projected tab 

5 portion and a portion other than the tab. A positive electrode active material layer is formed on 

one surface of the positive electrode l la other than the tab portion, and a negative electrode 

active material layer is formed on one surface of the negative electrode 11 b other than the tab 

portion. 

15 

20 

[0358] 

The positive electrodes Ila and the negative electrodes llb are stacked so that surfaces 

of the positive electrodes 11 a on each of which the positive electrode active material layer is not 

formed are in contact with each other and that surfaces of the negative electrodes llb on each 

of which the negative electrode active material layer is not formed are in contact with each other. 

[0359] 

Furthermore, the separator 14 is provided between the surface of the positive electrode 

l la on which the positive electrode active material is formed and the surface of the negative 

electrode llb on which the negative electrode active material is formed. In FIG. 23A, the 

separator 14 is shown by a dotted line for easy viewing. 

[0360] 

In addition, as illustrated in FIG. 23B, the plurality of positive electrodes l la are 

electrically connected to the lead 12a in a bonding portion 15a. The plurality of negative 

electrodes llb are electrically connected to the lead 12b in a bonding portion 15b. 

[0361] 

Next, the exterior body 51 is described with reference to FIGS. 22Bl, 22B2, 22C, and 

25 22D. 

[0362] 

The exterior body 51 has a film-like shape and is folded in half with the positive 

electrodes l la and the negative electrodes l lb between facing portions of the exterior body 51. 

The exterior body 51 includes a folded portion 61, a pair of seal portions 62, and a seal portion 

30 63. The pair of seal portions 62 is provided with the positive electrodes Ila and the negative 

electrodes llb positioned therebetween and thus can also be referred to as side seals. The seal 

portion 63 has portions overlapping with the lead 12a and the lead 12b and can also be referred 

to as a top seal. 

[0363] 

35 Part of the exterior body 51 that overlaps with the positive electrodes l la and the 
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negative electrodes 11 b preferably has a wave shape in which crest lines 71 and trough lines 72 

are alternately arranged. The seal portions 62 and the seal portion 63 of the exterior body 51 

are preferably flat. 

[0364] 

FIG. 22Bl shows a cross section cut along the part overlapping with the crest line 71. 

FIG. 22B2 shows a cross section cut along the part overlapping with the trough line 72. FIGS. 

22Bl and 22B2 correspond to cross sections of the battery 50, the positive electrodes Ila, and 

the negative electrodes 11 b in the width direction. 

[0365] 

The distance between an end portion of the negative electrode 11 b in the width direction 

and the seal portion 62 is referred to as a distance La. When the battery 50 changes in shape, 

for example, is bent, the positive electrode Ila and the negative electrode llb change in shape 

such that the positions thereof are shifted from each other in the length direction as described 

later. At the time, if the distance La is too short, the exterior body 51 and the positive electrode 

15 l la and the negative electrode 11 b are rubbed hard against each other, so that the exterior body 

51 is damaged in some cases. In particular, when a metal film of the exterior body 51 is exposed, 

there is concern that the metal film is corroded by the electrolyte solution. Thus, the distance 

La is preferably set as long as possible. However, if the distance La is too long, the volume of 

the battery 50 is increased. 

20 [0366] 

25 

The distance La between the end portion of the negative electrode 11 b and the seal 

portion 62 is preferably increased as the total thickness of the stacked positive electrodes Ila 

and negative electrodes 11 b is increased. 

[0367] 

Specifically, when the total thickness of the stacked positive electrodes l la and negative 

electrodes 11 b and the separators 214 is referred to as a thickness t, the distance La is preferably 

0.8 times or more and 3.0 times or less, further preferably 0.9 times or more and 2.5 times or 

less, still further preferably 1.0 times or more and 2.0 times or less as large as the thickness t. 

When the distance La is in the above-described range, a compact battery which is highly reliable 

30 for bending can be obtained. 

[0368] 

Furthermore, when a distance between the pair of seal portions 62 is referred to as a 

distance Lb, it is preferable that the distance Lb be sufficiently longer than a width Wb of the 

negative electrode llb. In this case, even when the positive electrode Ila and the negative 

3 5 electrode 11 b come into contact with the exterior body 51 by change in the shape of the battery 
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50 such as repeated bending, the position of part of the positive electrode Ila and the negative 

electrode 11 b can be shifted in the width direction; thus, the positive and negative electrodes 

Ila and llb and the exterior body 51 can be effectively prevented from being rubbed against 

each other. 

5 [0369] 

For example, the difference between the distance Lb (i.e., the distance between the pair 

of seal portions 62) and the width Wb of the negative electrode 11 b is preferably 1. 6 times or 

more and 6. 0 times or less, further preferably 1. 8 times or more and 5. 0 times or less, still further 

preferably 2.0 times or more and 4.0 times or less as large as the total thickness t of the positive 

10 electrode Ila and the negative electrode llb. 

[0370] 

In other words, the distance Lb, the width Wb, and the thickness t preferably satisfy the 

relation of the following Formula 2. 

[0371] 

15 [Formula2] 

Lb-Wb 
--- ?.a 

2t 

[0372] 

(Formula 2) 

In the formula, a is 0.8 or more and 3.0 or less, preferably 0.9 or more and 2.5 or less, 

further preferably 1. 0 or more and 2. 0 or less. 

20 [0373] 

FIG. 22C illustrates a cross section including the lead 12a and corresponds to a cross 

section of the battery 50, the positive electrode Ila, and the negative electrode llb in the length 

direction. As illustrated in FIG. 22C, a space 73 is preferably provided between end portions of 

the positive electrode Ila and the negative electrode llb in the length direction and the exterior 

25 body 51 in the folded portion 61. 

[0374] 

30 

FIG. 22D is a schematic cross-sectional view of the battery 50 in a state of being bent. 

FIG. 22D corresponds to a cross section along cutting line Bl-B2 in FIG. 22A. 

[0375] 

When the battery 50 is bent, a part of the exterior body 51 positioned on the outer side 

in bending is unbent and the other part positioned on the inner side changes its shape as it 

shrinks. More specifically, the part of the exterior body 51 positioned on the outer side in 

bending changes its shape such that the wave amplitude becomes smaller and the length of the 

wave period becomes larger. In contrast, the part of the exterior body 51 positioned on the inner 
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side in bending changes its shape such that the wave amplitude becomes larger and the length 

of the wave period becomes smaller. When the exterior body 51 changes its shape in this 

manner, stress applied to the exterior body 51 due to bending is relieved, so that a material itself 

that forms the exterior body 51 does not need to expand and contract. As a result, the battery 

5 50 can be bent with weak force without damage to the exterior body 51. 

[0376] 

Furthermore, as illustrated in FIG. 22D, when the battery 50 is bent, the positions of the 

positive electrode Ila and the negative electrode llb are shifted relatively. At this time, ends 

of the stacked positive electrodes 11 a and negative electrodes 11 b on the seal portion 63 side 

10 are fixed by the fixing member 17. Thus, the plurality of positive electrodes l la and the plurality 

of negative electrodes llb are more shifted at a position closer to the folded portion 61. 

Therefore, stress applied to the positive electrode l la and the negative electrode 11 bis relieved, 

and the positive electrode 11 a and the negative electrode 11 b themselves do not need to expand 

and contract. As a result, the battery 50 can be bent without damage to the positive electrode 

15 Ila and the negative electrode llb. 

[0377] 

Furthermore, the space 73 is provided between the end portions of the positive and 

negative electrodes 11 a and 11 b and the exterior body 51, whereby the relative positions of the 

positive electrode Ila and the negative electrode llb can be shifted while the end portions of 

20 the positive electrode Ila and the negative electrode llb located on an inner side when the 

battery 50 is bent do not contact the exterior body 51. 

[0378] 

In the battery 50 illustrated in FIGS. 22A, 22Bl, 22B2, 22C and 22D and FIGS. 23A 

and 23B, the exterior body, the positive electrode Ila, and the negative electrode llb are less 

25 likely to be damaged and the battery characteristics are less likely to deteriorate even when the 

battery 50 is repeatedly bent and unbent. When the positive electrode active material described 

in the above embodiment is used for the positive electrode l la included in the battery 50, a 

battery with more excellent cycle characteristics can be obtained. 

[0379] 

30 (Embodiment 4) 

In this embodiment, examples of electronic devices including the secondary battery of 

one embodiment of the present invention are described. 

[0380] 

First, FIGS. 24A to 24G show examples of electronic devices including the bendable 

35 secondary battery described in Embodiment 3. Examples of an electronic device including a 
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flexible secondary battery include television sets (also referred to as televisions or television 

receivers), monitors of computers or the like, digital cameras or digital video cameras, digital 

photo frames, mobile phones (also referred to as cellular phones or mobile phone devices), 

portable game machines, portable information terminals, audio reproducing devices, and large 

5 game machines such as pachinko machines. 

[0381] 

In addition, a flexible secondary battery can be incorporated along a curved 

inside/outside wall surface of a house or a building or a curved interior/exterior surface of an 

automobile. 

10 [0382] 

FIG. 24A illustrates an example of a mobile phone. A mobile phone 7400 is provided 

with a display portion 7402 incorporated in a housing 7401, an operation button 7403, an 

external connection port 7404, a speaker 7405, a microphone 7406, and the like. Note that the 

mobile phone 7400 includes a secondary battery 7407. When the secondary battery of one 

15 embodiment of the present invention is used as the secondary battery 7 407, a lightweight mobile 

phone with a long lifetime can be provided. 

[0383] 

FIG. 24B illustrates the mobile phone 7400 that is bent. When the whole mobile phone 

7 400 is curved by external force, the secondary battery 7 407 included in the mobile phone 7 400 

20 is also curved. FIG. 24C illustrates the curved secondary battery 7407. The secondary battery 

7 407 is a thin storage battery. The secondary battery 7 407 is curved and fixed. Note that the 

secondary battery 7407 includes a lead electrode 7408 electrically connected to a current 

collector 7409. The current collector 7409 is, for example, copper foil, and partly alloyed with 

gallium; thus, adhesion between the current collector 7 409 and an active material layer in 

25 contact with the current collector 7 409 is improved and the secondary battery 7 407 can have 

high reliability even in a state of being bent. 

[0384] 

FIG. 24D illustrates an example of a bangle display device. A portable display device 

7100 includes a housing 7101, a display portion 7102, an operation button 7103, and a secondary 

30 battery 7104. FIG. 24E illustrates the bent secondary battery 7104. When the curved secondary 

battery 7104 is on a user's arm, the housing changes its form and the curvature of a part or the 

whole of the secondary battery 7104 is changed. Note that the radius of curvature of a curve at 

a point refers to the radius of the circular arc that best approximates the curve at that point. The 

reciprocal of the radius of curvature is curvature. Specifically, part or the whole of the housing 

35 or the main surface of the secondary battery 7104 is changed in the range of radius of curvature 
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from 40 mm to 150 mm. When the radius of curvature at the main surface of the secondary 

battery 7104 is greater than or equal to 40 mm and less than or equal to 150 mm, the reliability 

can be kept high. When the secondary battery of one embodiment of the present invention is 

used as the secondary battery 7104, a lightweight portable display device with a long lifetime 

5 can be provided. 

[0385] 

FIG. 24F illustrates an example of a watch-type portable information terminal. A 

portable information terminal 7200 includes a housing 7201, a display portion 7202, a band 

7203, a buckle 7204, an operation button 7205, an input output terminal 7206, and the like. 

10 [0386] 

15 

The portable information terminal 7200 is capable of executing a variety of applications 

such as mobile phone calls, e-mailing, viewing and editing texts, music reproduction, Internet 

communication, and a computer game. 

[0387] 

The display surface of the display portion 7202 is curved, and images can be displayed 

on the curved display surface. In addition, the display portion 7202 includes a touch sensor, and 

operation can be performed by touching the screen with a finger, a stylus, or the like. For 

example, by touching an icon 7207 displayed on the display portion 7202, application can be 

started. 

20 [0388] 

With the operation button 7205, a variety of functions such as time setting, power on/off, 

on/off of wireless communication, setting and cancellation of a silent mode, and setting and 

cancellation of a power saving mode can be performed. For example, the functions of the 

operation button 7205 can be set freely by setting the operation system incorporated in the 

25 portable information terminal 7200. 

[0389] 

The portable information terminal 7200 can employ near field communication that is a 

communication method based on an existing communication standard. For example, mutual 

communication between the portable information terminal 7200 and a headset capable of 

30 wireless communication can be performed, and thus hands-free calling is possible. 

[0390] 

Moreover, the portable information terminal 7200 includes the input output terminal 

7206, and data can be directly transmitted to and received from another information terminal 

via a connector. In addition, charging via the input output terminal 7206 is possible. Note that 

35 the charging operation may be performed by wireless power feeding without using the input 
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The display portion 7202 of the portable information terminal 7200 includes the 

secondary battery of one embodiment of the present invention. When the secondary battery of 

5 one embodiment of the present invention is used, a lightweight portable information terminal 

with a long lifetime can be provided. For example, the secondary battery 7104 illustrated in 

FIG. 24E that is in the state of being curved can be provided in the housing 7201. Alternatively, 

the secondary battery 7104 illustrated in FIG. 24E can be provided in the band 7203 such that it 

can be curved. 

10 [0392] 

A portable information terminal 7200 preferably includes a sensor. As the sensor, for 

example a human body sensor such as a fingerprint sensor, a pulse sensor, or a temperature 

sensor, a touch sensor, a pressure sensitive sensor, an acceleration sensor, or the like is preferably 

mounted. 

15 [0393] 

FIG. 24G illustrates an example of an armband display device. A display device 7300 

includes a display portion 7304 and the secondary battery of one embodiment of the present 

invention. The display device 7300 can include a touch sensor in the display portion 7304 and 

can serve as a portable information terminal. 

20 [0394] 

The display surface of the display portion 7304 is bent, and images can be displayed on 

the bent display surface. A display state of the display device 7300 can be changed by, for 

example, near field communication, which is a communication method based on an existing 

communication standard. 

25 [0395] 

The display device 7300 includes an input output terminal, and data can be directly 

transmitted to and received from another information terminal via a connector. In addition, 

charging via the input output terminal is possible. Note that the charging operation may be 

performed by wireless power feeding without using the input output terminal. 

30 [0396] 

35 

When the secondary battery of one embodiment of the present invention is used as the 

secondary battery included in the display device 7300, a lightweight display device with a long 

lifetime can be provided. 

[0397] 

In addition, FIG. 24H, FIGS. 25A to 25C, and FIG. 26 show examples of electronic 
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devices including the secondary battery with excellent cycle characteristics described in the 

above embodiment. 

[0398] 

When the secondary battery of one embodiment of the present invention is used as a 

5 secondary battery of a daily electronic device, a lightweight product with a long lifetime can be 

provided. As the daily electronic devices, an electric toothbrush, an electric shaver, electric 

beauty equipment, and the like are given. As secondary batteries of these products, in 

consideration of handling ease for users, small and lightweight stick type secondary batteries 

with high capacity are desired. 

10 [0399] 

FIG. 24H is a perspective view of a device which is called a vaporizer. In FIG. 24H, a 

vaporizer 7500 includes an atomizer 7501 including a heating element, a secondary battery 7 504 

supplying power to the atomizer, and a cartridge 7502 including a liquid supply bottle, a sensor, 

and the like. To improve safety, a protection circuit which prevents overcharge and 

15 overdischarge of the secondary battery 7504 may be electrically connected to the secondary 

battery 7504. The secondary battery 7504 in FIG. 24H includes an output terminal for 

connecting to a charger. When the vaporizer 7500 is held by a user, the secondary battery 7504 

becomes a tip portion; thus, it is preferable that the secondary battery 7504 have a short total 

length and be lightweight. With the secondary battery of one embodiment of the present 

20 invention which has high capacity and excellent cycle characteristics, the small and lightweight 

vaporizer 7500 which can be used for a long time for a long period can be provided. 

[0400] 

Next, FIGS. 25A and 25B illustrate an example of a foldable tablet terminal. A tablet 

terminal 9600 illustrated in FIGS. 25A and 25B includes a housing 9630a, a housing 9630b, a 

25 movable portion 9640 connecting the housings 9630a and 9630b, a display portion 9631 

including a display portion 963 la and a display portion 9631 b, a display mode changing switch 

9626, a power switch 9627, a power saving mode changing switch 9625, a fastener 9629, and 

an operation switch 9628. A flexible panel is used for the display portion 9631, whereby a tablet 

terminal with a larger display portion can be provided. FIG. 25A illustrates the tablet terminal 

30 9600 that is opened, and FIG. 25B illustrates the tablet terminal 9600 that is closed. 

[0401] 

The tablet terminal 9600 includes a power storage unit 9635 inside the housings 9630a 

and 9630b. The power storage unit 9635 is provided across the housings 9630a and 9630b, 

passing through the movable portion 9640. 

35 [0402] 
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Part of the display portion 9631 a can be a touch panel region and data can be input when 

a displayed operation key is touched. Although a structure in which a half region in the display 

portion 9631 a has only a display function and the other halfregion has a touch panel function 

is shown as an example, the display portion 9631 a is not limited to the structure. The whole 

5 region in the display portion 9631 a may have a touch panel function. For example, the display 

portion 9631a can display keyboard buttons in the whole region to be a touch panel, and the 

display portion 963 lb can be used as a display screen. 

[0403] 

Like the display portion 9631 a, part of the display portion 9631 b can be a touch panel 

10 region. A switching button for showing/hiding a keyboard of the touch panel is touched with a 

finger, a stylus, or the like, so that keyboard buttons can be displayed on the display portion 

9631b. 

[0404] 

Touch input can be performed in the touch panel region and the touch panel region at 

15 the same time. 

[0405] 

The display mode switch 9626 can switch the display between a portrait mode and a 

landscape mode, and between monochrome display and color display, for example. The power 

saving mode changing switch 9625 can control display luminance in accordance with the 

20 amount of external light in use of the tablet terminal 9600, which is measured with an optical 

sensor incorporated in the tablet terminal 9600. Another detection device including a sensor for 

detecting inclination, such as a gyroscope sensor or an acceleration sensor, may be incorporated 

in the tablet terminal, in addition to the optical sensor. 

25 

[0406] 

Although the display portion 9631 a and the display portion 9631 b have the same area 

in FIG. 25A, one embodiment of the present invention is not limited to this example. The 

display portion 963 la and the display portion 963 lb may have different areas or different 

display quality. For example, one display panel may be capable of higher-definition display 

than the other display panel. 

30 [0407] 

The tablet terminal is closed in FIG. 25B. The tablet terminal includes the housing 9630, 

a solar cell 9633, and a charge and discharge control circuit 9634 including a DCDC converter 

9636. The power storage unit of one embodiment of the present invention is used as the power 

storage unit 9635. 

35 [0408] 
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The tablet terminal 9600 can be folded such that the housings 9630a and 9630b overlap 

with each other when not in use. Thus, the display portions 9631 a and 9631 b can be protected, 

which increases the durability of the tablet terminal 9600. With the power storage unit 9635 

including the secondary battery of one embodiment of the present invention which has high 

5 capacity and excellent cycle characteristics, the tablet terminal 9600 which can be used for a 

long time for a long period can be provided. 

[0409] 

The tablet terminal illustrated in FIGS. 25A and 25B can also have a function of 

displaying various kinds of data ( e.g., a still image, a moving image, and a text image), a 

10 function of displaying a calendar, a date, or the time on the display portion, a touch-input 

function of operating or editing data displayed on the display portion by touch input, a function 

of controlling processing by various kinds of software (programs), and the like. 

[0410] 

The solar cell 9633, which is attached on the surface of the tablet terminal, supplies 

15 electric power to a touch panel, a display portion, an image signal processor, and the like. Note 

that the solar cell 9633 can be provided on one or both surfaces of the housing 9630 and the 

power storage unit 9635 can be charged efficiently. The use of a lithium-ion battery as the power 

storage unit 9635 brings an advantage such as reduction in size. 

[0411] 

20 The structure and operation of the charge and discharge control circuit 9634 illustrated 

in FIG. 25B will be described with reference to a block diagram in FIG. 25C. The solar cell 

9633, the power storage unit 9635, the DC-DC converter 9636, a converter 9637, switches SWl 

to SW3, and the display portion 9631 are illustrated in FIG. 25C, and the power storage unit 

9635, the DC-DC converter 9636, the converter 9637, and the switches SWl to SW3 correspond 

25 to the charge and discharge control circuit 9634 in FIG. 25B. 

[0412] 

First, an example of the operation in the case where power is generated by the solar cell 

9633 using external light is described. The voltage of electric power generated by the solar cell 

is raised or lowered by the DCDC converter 9636 to a voltage for charging the power storage 

30 unit 9635. When the power from the solar cell 9633 is used for the operation of the display 

portion 9631, the switch SW 1 is turned on and the voltage of the power is raised or lowered by 

the converter 963 7 to a voltage needed for operating the display portion 9631. When display 

on the display portion 9631 is not performed, the switch SWl is turned off and the switch SW2 

is turned on, so that the power storage unit 9635 can be charged. 

35 [0413] 
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Note that the solar cell 9633 is described as an example of a power generation means; 

however, one embodiment of the present invention is not limited to this example. The power 

storage unit 9635 may be charged using another power generation means such as a piezoelectric 

element or a thermoelectric conversion element (Peltier element). For example, the power 

5 storage unit 9635 may be charged with a non-contact power transmission module that transmits 

and receives power wirelessly (without contact) to charge the battery or with a combination of 

other charging means. 

[0414] 

FIG. 26 illustrates other examples of electronic devices. In FIG. 26, a display device 

10 8000 is an example of an electronic device including a secondary battery 8004 of one 

embodiment of the present invention. Specifically, the display device 8000 corresponds to a 

display device for TV broadcast reception and includes a housing 8001, a display portion 8002, 

speaker portions 8003, the secondary battery 8004, and the like. The secondary battery 8004 of 

one embodiment of the present invention is provided in the housing 8001. The display device 

15 8000 can receive electric power from a commercial power supply. Alternatively, the display 

device 8000 can use electric power stored in the secondary battery 8004. Thus, the display 

device 8000 can operate with the use of the secondary battery 8004 of one embodiment of the 

present invention as an uninterruptible power supply even when electric power cannot be 

supplied from a commercial power supply due to power failure or the like. 

20 [0415] 

A semiconductor display device such as a liquid crystal display device, a light-emitting 

device in which a light-emitting element such as an organic EL element is provided in each 

pixel, an electrophoretic display device, a digital micromirror device (DMD), a plasma display 

panel (PDP), or a field emission display (FED) can be used for the display portion 8002. 

25 [0416] 

Note that the display device includes, in its category, all of information display devices 

for personal computers, advertisement displays, and the like other than TV broadcast reception. 

[0417] 

In FIG. 26, an installation lighting device 8100 is an example of an electronic device 

3 0 using a secondary battery 8103 of one embodiment of the present invention. Specifically, the 

lighting device 8100 includes a housing 8101, a light source 8102, the secondary battery 8103, 

and the like. Although FIG. 26 illustrates the case where the secondary battery 8103 is provided 

in a ceiling 8104 on which the housing 8101 and the light source 8102 are installed, the 

secondary battery 8103 may be provided in the housing 8101. The lighting device 8100 can 

35 receive electric power from a commercial power supply. Alternatively, the lighting device 8100 
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can use electric power stored in the secondary battery 8103. Thus, the lighting device 8100 can 

operate with the use of the secondary battery 8103 of one embodiment of the present invention 

as an uninterruptible power supply even when electric power cannot be supplied from a 

commercial power supply due to power failure or the like. 

5 [0418] 

Note that although the installation lighting device 8100 provided in the ceiling 8104 is 

illustrated in FIG. 26 as an example, the secondary battery of one embodiment of the present 

invention can be used as an installation lighting device provided in, for example, a wall 8105, a 

floor 8106, a window 8107, or the like other than the ceiling 8104. Alternatively, the secondary 

10 battery can be used in a tabletop lighting device or the like. 

[0419] 

As the light source 8102, an artificial light source which emits light artificially by using 

power can be used. Specifically, an incandescent lamp, a discharge lamp such as a fluorescent 

lamp, and a light-emitting element such as an LED or an organic EL element are given as 

15 examples of the artificial light source. 

[0420] 

In FIG. 26, an air conditioner including an indoor unit 8200 and an outdoor unit 8204 is 

an example of an electronic device including a secondary battery 8203 of one embodiment of 

the present invention. Specifically, the indoor unit 8200 includes a housing 8201, an air outlet 

20 8202, the secondary battery 8203, and the like. Although FIG. 26 illustrates the case where the 

secondary battery 8203 is provided in the indoor unit 8200, the secondary battery 8203 may be 

provided in the outdoor unit 8204. Alternatively, the secondary batteries 8203 may be provided 

in both the indoor unit 8200 and the outdoor unit 8204. The air conditioner can receive electric 

power from a commercial power supply. Alternatively, the air conditioner can use electric 

25 power stored in the secondary battery 8203. Particularly in the case where the secondary 

batteries 8203 are provided in both the indoor unit 8200 and the outdoor unit 8204, the air 

conditioner can operate with the use of the secondary battery 8203 of one embodiment of the 

present invention as an uninterruptible power supply even when electric power cannot be 

supplied from a commercial power supply due to power failure or the like. 

30 [0421] 

Note that although the split-type air conditioner including the indoor unit and the 

outdoor unit is illustrated in FIG. 26 as an example, the secondary battery of one embodiment 

of the present invention can be used in an air conditioner in which the functions of an indoor 

unit and an outdoor unit are integrated in one housing. 

35 [0422] 
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In FIG. 26, an electric refrigerator-freezer 8300 is an example of an electronic device 

using a secondary battery 8304 of one embodiment of the present invention. Specifically, the 

electric refrigerator-freezer 8300 includes a housing 8301, a refrigerator door 8302, a freezer 

door 8303, the secondary battery 8304, and the like. The secondary battery 8304 is provided in 

5 the housing 8301 in FIG. 26. The electric refrigerator-freezer 8300 can receive electric power 

from a commercial power supply. Alternatively, the electric refrigerator-freezer 8300 can use 

electric power stored in the secondary battery 8304. Thus, the electric refrigerator-freezer 8300 

can operate with the use of the secondary battery 8304 of one embodiment of the present 

invention as an uninterruptible power supply even when electric power cannot be supplied from 

10 a commercial power supply due to power failure or the like. 

[0423] 

Note that among the electronic devices described above, a high-frequency heating 

apparatus such as a microwave oven and an electronic device such as an electric rice cooker 

require high power in a short time. The tripping of a circuit breaker of a commercial power 

15 source in use of electronic devices can be prevented by using the secondary battery of one 

embodiment of the present invention as an auxiliary power source for supplying power which 

cannot be supplied enough by a commercial power source. 

[0424] 

In addition, in a time period when electronic devices are not used, particularly when the 

20 proportion of the amount of power which is actually used to the total amount of power which 

can be supplied from a commercial power source (such a proportion referred to as a usage rate 

of power) is low, power can be stored in the secondary battery, whereby the usage rate of power 

can be reduced in a time period when the electronic devices are used. For example, in the case 

of the electric refrigerator-freezer 8300, power can be stored in the secondary battery 8304 in 

25 night time when the temperature is low and the refrigerator door 8302 and the freezer door 8303 

are not often opened and closed. On the other hand, in daytime when the temperature is high 

and the refrigerator door 8302 and the freezer door 8303 are frequently opened and closed, the 

secondary battery 8304 is used as an auxiliary power source; thus, the usage rate of power in 

daytime can be reduced. 

30 [0425] 

According to one embodiment of the present invention, the secondary battery can have 

excellent cycle characteristics and improve reliability. Furthermore, in accordance with one 

embodiment of the present invention, a secondary battery with high capacity can be obtained; 

thus, the secondary battery itself can be made more compact and lightweight as a result of 

35 improved characteristics of the secondary battery. Thus, the secondary battery of one 
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embodiment of the present invention is used in the electronic device described in this 

embodiment, whereby a more lightweight electronic device with a longer lifetime can be 

obtained. This embodiment can be implemented in appropriate combination with any of the 

other embodiments. 

5 [0426] 

(Embodiment 5) 

In this embodiment, examples of vehicles including the secondary battery of one 

embodiment of the present invention are described. 

[0427] 

The use of secondary batteries in vehicles enables production of next-generation clean 

energy vehicles such as hybrid electric vehicles (HEVs), electric vehicles (EVs), and plug-in 

hybrid electric vehicles (PHEV s ). 

[0428] 

FIGS. 27 A to 27C each illustrate an example of a vehicle using the secondary battery of 

15 one embodiment of the present invention. An automobile 8400 illustrated in FIG. 27 A is an 

electric vehicle that runs on the power of an electric motor. Alternatively, the automobile 8400 

is a hybrid electric vehicle capable of driving appropriately using either an electric motor or an 

engine. One embodiment of the present invention can provide a high-mileage vehicle. The 

automobile 8400 includes the secondary battery. As the secondary battery, the modules of the 

20 secondary batteries illustrated in FIGS. 12C and 12D may be arranged to be used in a floor 

portion in the automobile. Alternatively, a battery pack in which a plurality of secondary 

batteries each of which is illustrated in FIGS. 17 A to l 7C are combined may be placed in a floor 

portion in the automobile. The secondary battery is used not only for driving an electric motor 

8406, but also for supplying electric power to a light-emitting device such as a headlight 8401 

25 or a room light (not illustrated). 

[0429] 

The secondary battery can also supply electric power to a display device of a 

speedometer, a tachometer, or the like included in the automobile 8400. Furthermore, the 

secondary battery can supply electric power to a semiconductor device included in the 

30 automobile 8400, such as a navigation system. 

[0430] 

FIG. 27B illustrates an automobile 8500 including the secondary battery. The 

automobile 8500 can be charged when the secondary battery is supplied with electric power 

through external charging equipment by a plug-in system, a contactless power feeding system, 

35 or the like. In FIG. 27B, secondary batteries 8024 and 8025 included in the automobile 8500 is 
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charged with the use of a ground-based charging apparatus 8021 through a cable 8022. In 

charging, a given method such as CHAdeMO (registered trademark) or Combined Charging 

System may be employed as a charging method, the standard of a connector, or the like as 

appropriate. The ground-based charging apparatus 8021 may be a charging station provided in 

5 a commerce facility or a power source in a house. With the use of a plug-in technique, the 

secondary battery 8024 included in the automobile 8500 can be charged by being supplied with 

electric power from the outside, for example. The charging can be performed by converting AC 

electric power into DC electric power through a converter such as an AC-DC converter. 

[0431] 

Furthermore, although not illustrated, the vehicle may include a power receiving device 

so that it can be charged by being supplied with electric power from an above-ground power 

transmitting device in a contactless manner. In the case of the contactless power feeding system, 

by fitting a power transmitting device in a road or an exterior wall, charging can be performed 

not only when the electric vehicle is stopped but also when driven. In addition, the contactless 

15 power feeding system may be utilized to perform transmission and reception of electric power 

between vehicles. A solar cell may be provided in the exterior of the automobile to charge the 

secondary battery when the automobile stops or moves. To supply electric power in such a 

contactless manner, an electromagnetic induction method or a magnetic resonance method can 

be used. 

20 [0432] 

FIG. 27C shows an example of a motorcycle using the secondary battery of one 

embodiment of the present invention. A motor scooter 8600 illustrated in FIG. 27C includes a 

secondary battery 8602, side mirrors 8601, and indicators 8603. The secondary battery 8602 

can supply electric power to the indicators 8603. 

25 [0433] 

Furthermore, in the motor scooter 8600 illustrated in FIG. 27C, the secondary battery 

8602 can be held in a storage unit under seat 8604. The secondary battery 8602 can be held in 

the storage unit under seat 8604 even with a small size. The secondary battery 8602 is 

detachable; thus, the secondary battery 8602 is carried indoors when it is charged, and is stored 

30 before the motorcycle is driven. 

[0434] 

In accordance with one embodiment of the present invention, the secondary battery can 

have improved cycle characteristics and the capacity of the secondary battery can be increased. 

Thus, the secondary battery itself can be made more compact and lightweight. The compact 

35 and lightweight secondary battery contributes to a reduction in the weight of a vehicle, and thus 
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increases the driving radius. Furthermore, the secondary battery included in the vehicle can be 

used as a power source for supplying electric power to products other than the vehicle. In such 

a case, the use of a commercial power source can be avoided at peak time of electric power 

demand, for example. If the use of a commercial power source can be avoided at peak time of 

5 electric power demand, the avoidance can contribute to energy saving and a reduction in carbon 

dioxide emissions. Moreover, if the cycle characteristics are excellent, the secondary battery 

can be used for a long period; thus, the use amount of rare metals such as cobalt can be reduced. 

[0435] 

This embodiment can be implemented m appropriate combination with the other 

10 embodiments. 

[Example l] 

[0436] 

In this example, the positive electrode active materials which are embodiments of the 

present invention are formed, and the observation results of the positive electrode active 

15 materials by STEM, the results of TEM images subjected to fast Fourier transform, and the 

analysis results obtained by energy dispersive X-ray spectroscopy (EDX) are described. In 

addition, the evaluation results of characteristics of secondary batteries containing the positive 

electrode active materials are described. 

[0437] 

20 [Formation of positive electrode active material] 

<<Sample 01>> 

In this example, a positive electrode active material of Sample 01, which contains 

lithium cobaltate as a composite oxide of lithium and a first transition metal contained in a first 

region, lithium titanate as an oxide of a second transition metal contained in a second region, 

25 and magnesium oxide as an oxide of a representative element contained in a third region, was 

formed. 

[0438] 

In this example, lithium cobalt oxide particles (C-20F, produced by NIPPON 

CHEMICAL INDUSTRIAL CO., LTD.) were used as a starting material. Thus, in this example, 

30 Step 12 and Step 13 described in Embodiment 1 were omitted. Note that the above-described 

lithium cobalt oxide particles each have a particle diameter of approximately 20 µm, and contain 

fluorine, magnesium, calcium, sodium, silicon, sulfur, and phosphorus in a region which can be 

analyzed by XPS. 

[0439] 

35 Next, as Step 14, the lithium cobalt oxide particles containing magnesium and fluorine 
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were coated with a material containing titanium by a sol-gel method. Specifically, TTIP was 

dissolved in isopropanol, and an isopropanol solution of TTIP was formed. Then, the lithium 

cobalt oxide particles were mixed into the solution so that TTIP to lithium cobalt oxide 

containing magnesium and fluorine was 0.01 ml/g. 

5 [0440] 

The above mixed solution was stirred with a magnetic stirrer for four hours, at 25 °C, 

and at a humidity of 90 %RH. Through the process, water in an atmosphere and TTIP caused 

hydrolysis and polycondensation reaction, and a layer containing titanium was formed on the 

surface of the lithium cobalt oxide particle containing magnesium and fluorine. 

10 [0441] 

The mixed solution which had been subjected to the above process was filtered to collect 

the residue. As a filter for filtration, Kiriyama filter paper (No. 4) was used. 

[0442] 

The collected residue was dried in a vacuum at 70 °C for one hour. 

15 [0443] 

Next, the lithium cobalt oxide particles coated with the material containing titanium was 

heated. With a muffle furnace, the heating was performed under the following conditions: the 

flow rate of dry air was 10 L/min; the temperature was 800 °C (the temperature rising rate was 

200 °C/h); and the retention time was two hours. The dew point of the dry air is preferably 

20 lower than or equal to -109 °C. 

[0444] 

Then, the heated particles were cooled to room temperature. The time of decreasing 

temperature from the retention temperature to room temperature was 10 hours to 15 hours. After 

that, crushing treatment was performed. In the crushing treatment, the particles were made to 

25 pass through a sieve. The sieve has an aperture width of 53 µm. 

[0445] 

Lastly, the cooled particles were collected, and the positive electrode active material of 

Sample O 1 was obtained. 

[0446] 

30 <<Sample 02>> 

35 

Sample 02 was formed as a comparative example by heating lithium cobalt oxide 

particles containing magnesium and fluorine without being coated with a material containing 

titanium. 

[0447] 

Lithium cobalt oxide particles produced by NIPPON CHEMICAL INDUSTRIAL CO., 
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LTD. (product name: C-20F) were used as the lithium cobalt oxide particles containing 

magnesium and fluorine. 

[0448] 

The lithium cobalt oxide particles containing magnesium and fluorine were heated. The 

5 heating was performed under the following conditions: the temperature was 800 °C (the 

temperature rising rate was 200 °C/h); the retention time was two hours; and the flow rate of 

oxygen was 10 L/min. 

[0449] 

The heated particles were cooled and made to pass through a sieve like Sample 01 to 

10 obtain a positive electrode active material of Sample 02. 

[0450] 

It is probable that Sample 02 is a positive electrode active material which contains 

lithium cobalt oxide inside and includes a region containing magnesium in a superficial portion. 

[0451] 

15 <<Sample 03>> 

20 

Sample 03 was formed as a comparative example in the following manner: a region 

containing titanium was formed in lithium cobalt oxide particles which do not contain 

magnesium by a sol-gel method and then the lithium cobalt oxide particles were heated. 

[0452] 

Lithium cobalt oxide particles produced by NIPPON CHEMICAL INDUSTRIAL CO., 

LTD. (product name: C-l0N) were used. In the lithium cobalt oxide particles, magnesium is 

not detected and fluorine is detected at approximately 1 atomic% by XPS. 

[0453] 

A region containing titanium was formed by a sol-gel method in the lithium cobalt oxide 

25 particles, and the lithium cobalt oxide particles were dried, heated, cooled, and made to pass 

through a sieve, like Sample 0 1. The obtained lithium cobalt oxide particles were used as a 

positive electrode active material of Sample 03. 

[0454] 

It is probable that Sample 03 is a positive electrode active material which contains 

30 lithium cobalt oxide inside and includes a region containing titanium in a superficial portion. 

[0455] 

<<Sample 04>> 

For Sample 04, as a comparative example, lithium cobalt oxide particles were used as it 

is without being heated. 

35 [0456] 
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Lithium cobalt oxide particles produced by NIPPON CHEMICAL INDUSTRIAL CO., 

LTD. (product name: C-l0N) were used. 

[0457] 

Sample 04 is a positive electrode active material which does not have a coating layer. 

5 [0458] 

15 

20 

<<Sample 05>> 

For Sample 05, as a comparative example, lithium cobalt oxide particles containing 

magnesium and fluorine were used as it is without being heated. 

[0459] 

Lithium cobalt oxide particles produced by NIPPON CHEMICAL INDUSTRIAL CO., 

LTD. (product name: C-20F) were used as the lithium cobalt oxide particles containing 

magnesium and fluorine. That is, Sample 05 was used as the same as the starting material of 

Sample 01. 

[0460] 

Table 1 shows the conditions of Sample 0 1 to Sample 05. 

[0461] 

[Table l] 

Sample 01 

Sample 02 

Sample 03 

Sample 04 

Sample 05 

[0462] 

[STEM] 

Conditions 

LiCoO2+Mg+F, coated with a material containing T~ heated 

LiCoO2+Mg+F, heated 

LiCoO2, coated with a material containing T~ heated 

LiCoO2, not heated 

LiCoO2+Mg+F, not heated 

The obtained positive electrode active material of Sample 0 1 was observed by an 

electron microscope (JEM-ARM200F, manufactured by JEOL Ltd.) under the condition where 

the acceleration voltage was 200 kV. FIG. 28 shows the obtained electron microscope image. 

As shown in FIG. 28, the positive electrode active material probably includes three different 

25 regions: the first region 101; the second region 102; and the third region 103. The third region 

103 is observed as a region brighter than the first region 101 and the second region 102. 

Furthermore, crystal orientations of the first region 101 and the second region 102 are partly 

aligned with each other, and crystal orientations of the second region 102 and the third region 

103 are partly aligned with each other. 
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FIG. 29Al shows a fast Fourier transform (FFT) image of a region 103FFT in the STEM 

image of FIG. 28. In FIG. 29A2, a center point O of FIG. 29Al is shown by a cross, and bright 

5 points A, B, and C are each surrounded by a circle. Similarly, FIG. 29B 1 shows an FFT image 

of a region 102FFT. In FIG. 29B2, a center point O of FIG. 29Bl is shown by a cross, and 

bright points A, B, and Care each surrounded by a circle. In addition, FIG. 29C 1 shows an FFT 

image of a region 10 IFFT. In FIG. 29C2, a center point O of FIG. 29C 1 is shown by a cross, 

and bright points A, B, and Care each surrounded by a circle. 

10 [0464] 

In FIG. 29A2, a distanced between the bright point A and the center point O is 0.256 

nm, a distance d between the bright point B and the center point O is O .241 nm, and a distance 

d between the bright point C and the center point O is 0.209 nm. In addition, LCOA is 121 °, 

LCOB is 52°, and LAOB is 69°. From these results, the region 103FFT probably contains 

15 magnesium oxide (MgO, cubic crystal). 

[0465] 

Similarly, in FIG. 29B2, the distance d between the bright point A and the center point 

0 is 0.238 nm, the distanced between the bright point B and the center point O is 0.225 nm, 

and the distanced between the bright point C and the center point O is 0.198 nm. In addition, 

20 LCOA is 123°, LCOB is 52°, and LAOB is 71 °. From these results, the region 102FFT 

probably contains lithium titanate (LiTiO2, cubic crystal). 

[0466] 

In FIG. 29C2, the distance d between the bright point A and the center point O is 0.240 

nm, the distance d between the bright point B and the center point O is 0.235 nm, and the 

25 distance d between the bright point C and the center point O is 0.196 nm. In addition, LCOA 

is 126°, LCOB is 52°, and LAOB is 74°. From these results, the region lOlFFT probably 

contains lithium cobaltate (LiCoO2, rhombohedral). 

30 

[0467] 

[EDX] 

FIGS. 30Al, 30A2, 30Bl, 30B2, 30Cl, and 30C2 show a high-angle annular dark field 

scanning transmission electron microscopy (HAADF-STEM) image and element mapping 

images with EDX of the positive electrode active material of Sample 01. FIG. 30Al shows a 

HAADF-STEM image, FIG. 30A2 shows a mapping image of oxygen atoms, FIG. 30Bl shows 

a mapping image of cobalt atoms, FIG. 30B2 shows a mapping image of fluorine atoms, FIG. 

35 30Cl shows a mapping image of titanium atoms, and FIG. 30C2 shows a mapping image of 
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magnesium atoms. Note that in EDX element mapping images in FIGS. 30A2, 30Bl, 30B2, 

30Cl, and 30C2 and FIGS. 31A2, 31Bl, 31B2, 3 lCl, and 31C2, a region where the number of 

elements is less than or equal to a lower limit of the detection is indicated in white, and as the 

number of elements is increased, the white region becomes black. 

5 [0468] 

As shown in FIGS. 30A2 and 30Bl, it is found that the oxygen atoms and the cobalt 

atoms are distributed in the whole of the positive electrode active material particle. In contrast, 

as shown in FIGS. 30B2, 30C 1, and 30C2, it is found that the fluorine atoms, the titanium atoms, 

and the magnesium atoms are unevenly distributed in a region close to the surface of the positive 

10 electrode active material. 

[0469] 

Next, FIGS. 31Al, 31A2, 31Bl, 31B2, 31Cl, and 31C2 show a HAADF-STEM image 

and element mapping images with EDX of the positive electrode active material of Sample 05, 

which is a comparative example. FIG. 3 lAl shows a HAADF-STEM image, FIG. 31A2 shows 

15 a mapping image of oxygen atoms, FIG. 3 lBl shows a mapping image of cobalt atoms, FIG. 

31B2 shows a mapping image of fluorine atoms, FIG. 3 lCl shows a mapping image of titanium 

atoms, and FIG. 31C2 shows a mapping image of magnesium atoms. 

[0470] 

As shown in FIGS. 31B2 and 31C2, it is found that, even in Sample 05 which is not 

20 heated, a certain amount of magnesium and fluorine is unevenly distributed in the vicinity of 

the surface. 

[0471] 

[EDX line analysis] 

FIG. 32 shows results of line analysis with TEM-EDX performed on a cross section of 

25 the vicinity of the surface of the positive electrode active material of Sample 0 1. FIG. 32 is a 

graph showing data detected on a line connecting the outside of the positive electrode active 

material of Sample O 1 to the inside of the positive electrode active material, and a distance of 0 

nm indicates the outside of the positive electrode active material and a distance of 14 nm 

indicates the inside of the particle. With EDX, the analysis region tends to be large, so that 

30 elements not only at a center of an electron beam irradiation region but also in a region around 

the center may be detected. 

[0472] 

As shown in FIG. 32, it is found that there are peaks of magnesium and titanium in the 

vicinity of the surface of the positive electrode active material of Sample O 1, the distribution of 

35 magnesium is closer to the surface than the distribution of titanium is. It is also found that the 
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peak of magnesium is closer to the surface than the peak of titanium is. In addition, it is probable 

that cobalt and oxygen are present from the outermost surface of the positive electrode active 

material particle. 

[0473] 

As shown in FIG. 32, fluorine is hardly detected. This is probably because fluorine, 

which is a light element, is difficult to detect with EDX. 

[0474] 

From the above STEM images, FFT images, element mapping images with EDX, and 

EDX line analysis, it is found that Sample 01 is a positive electrode active material of one 

10 embodiment of the present invention, which includes the first region containing lithium 

cobaltate, the second region containing lithium, titanium, cobalt, and oxygen, and the third 

region containing magnesium and oxygen. It is found that, in Sample 0 1, part of the second 

region and part of the third region overlap. 

15 

[0475] 

In the graph of FIG. 32, the amount of detected oxygen is stable at a distance of 4 nm 

or more. Thus, in this example, the average value Oave of the amount of detected oxygen in the 

stable region is obtained, and a distance x of the measurement point at which the measurement 

value closest to 0.5 Oave, the value of 50 % of the average value Oave, is obtained is assumed to 

be the surface of the positive electrode active material particle. 

20 [0476] 

In this example, the average value Oave of the amount of detected oxygen in a range from 

a distance of 4 nm to a distance of 14 nm is 674.2. The x axis of the measurement point at which 

the measurement value closest to 337.1, which is 50 % of 674.2, is obtained indicates a distance 

of 1.71 nm. Thus, in this example, a distance of 1.71 nm in the graph of FIG. 32 is assumed to 

25 be the surface of the positive electrode active material particle. 

[0477] 

When the surface of the positive electrode active material particle is set at a distance of 

1.71 nm in FIG. 32, the peak of magnesium and the peak of titanium are present at 0.72 nm and 

1.00 nm, respectively, from the surface of the positive electrode active material particle. 

30 [0478] 

The concentration of magnesium is higher than or equal to 1/5 of the peak from the 

surface of the positive electrode active material particle to a distance of 4.42 nm, that is, to a 

region at 2.71 nm from the surface. The measurement value of magnesium is less than 1/5 of 

the peak at a distance of 4.57 nm or more, that is, at a depth of2.86 nm or more from the surface 

35 of the positive electrode active material particle. Thus, it is found that in Sample 01, a region 
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Furthermore, the concentration of titanium is higher than or equal to 1/2 of the peak 

from a distance of 2.14 nm to a distance of 3.42 nm. Thus, it is found that a region from a depth 

5 of 0.43 nm to a depth of 1.71 nm from the surface of the positive electrode active material 

particle is the second region. 

[0480] 

Next, evaluation results of charge and discharge characteristics of secondary batteries 

which are fabricated using the positive electrode active materials of Sample 01 to Sample 05 

10 formed in the above manner are described. 

[0481] 

[Fabrication of secondary batteries] 

CR2032 coin-type secondary batteries (with a diameter of 20 mm and a height of 3.2 

mm) were fabricated using the positive electrode active materials of Sample 01 to Sample 05 

15 formed in the above manner. 

[0482] 

A positive electrode formed by applying slurry in which a positive electrode active 

material (LCO), acetylene black (AB), and polyvinylidene fluoride (PVDF) were mixed at a 

weight ratio of 95:2.5:2.5 to a current collector was used. 

20 [0483] 

A lithium metal was used for the counter electrode. 

[0484] 

As an electrolyte contained in an electrolyte solution, 1 mol/L lithium 

hexafluorophosphate (LiPF 6) was used, and as the electrolyte solution, a solution in which 

25 ethylene carbonate (EC) and diethyl carbonate (DEC) at a volume ratio of 3:7 and vinylene 

carbonate (VC) at a 2 weight% were mixed was used. 

[0485] 

A positive electrode can and a negative electrode can were formed of stainless steel 

(SUS). 

30 [0486] 

[Evaluation of charge and discharge characteristics] 

Next, charge and discharge characteristics of the secondary batteries of Sample 01 and 

Sample 05 formed in the above manner were evaluated. The measurement temperature was 25 

°C. Twenty cycles of charging and discharging were performed at 4.6 V (CCCV, 0.5 C, a cutoff 

35 current of 0.01 C) and 2.5 V (CC, 0.5 C), respectively. Here, IC was set to 137 mA/g, which 
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was a current value per weight of the positive electrode active material. 

[0487] 

FIG. 33 is a graph showing charge and discharge characteristics of the secondary battery 

using the positive electrode active material of Sample 0 1. FIG. 33 shows excellent charge and 

5 discharge characteristics with a wide plateau. In addition, results of 20 cycles of charging and 

discharging almost overlap, which means that the cycle characteristics are excellent. 

[0488] 

FIG. 34 is a graph showing charge and discharge characteristics of the secondary battery 

of Sample 05, which is a comparative example. In the initial cycles, excellent charge and 

10 discharge characteristics are shown; however, as indicated by arrows in FIG. 34, charge capacity 

and discharge capacity decrease with an increase in cycles. 

15 

20 

[0489] 

[Evaluation of cycle characteristics] 

<<Charging at 4.4 V>> 

The cycle characteristics of the secondary batteries of Sample 01 and Sample 05 charged 

at 4.4 V were evaluated. The measurement temperature was 25 °C. The charging was performed 

at 4.4 V (CCCV, 0.5 C, a cutoff current of 0.01 C), and the discharging was performed at 2.5 V 

(CC, 0.5 C). 

[0490] 

FIG. 35 is a graph showing the cycle characteristics of the secondary batteries charged 

at 4.4 V. In FIG. 35, a solid line and a dotted line indicate secondary batteries containing the 

positive electrode active materials of Sample 0 1 and Sample 05, respectively. As shown in FIG. 

35, in the secondary battery containing Sample 01, an energy density retention rate is 99.5 % 

even after 50 cycles of charging and discharging were performed, which shows extremely 

25 excellent cycle characteristics. In the secondary battery containing Sample 05, an energy 

density retention rate is 94.3 % after 50 cycles were performed. 

[0491] 

<<Charging at 4.6 V>> 

The cycle characteristics of the secondary batteries of Sample 0 1 to Sample 04 charged 

30 at 4.6 V were evaluated. The measurement temperature was 25 °C. The charging was performed 

to 4.6 V (CCCV, 0.5 C, a cutoff current of 0.01 C), and the discharging was performed to 2.5 V 

(CC, 0.5 C). 

[0492] 

FIG. 36 is a graph showing the cycle characteristics charged at 4.6 V. As shown in FIG. 

35 36, in the secondary battery containing Sample 01, which is the positive electrode active 
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material of one embodiment of the present invention, an energy density retention rate is 94.1 % 

even after 50 cycles of charging and discharging were performed at a high voltage of 4.6 V, 

which shows extremely excellent cycle characteristics. On the other hand, the secondary 

batteries containing the positive electrode active materials of Sample 02, Sample 03, and Sample 

5 04, which are comparative examples, are inferior to that of Sample 01, and in Sample 04, for 

example, energy density retention rate is 33.2 % after 50 cycles were performed. 

[0493] 

As described above, it is found that the positive electrode active material with the 

structure of one embodiment of the present invention can achieve an advantageous effect when 

10 charging and discharging is performed at a voltage higher than 4.4 V. 

[Example 2] 

[0494] 

In this example, the positive electrode active materials which are embodiments of the 

present invention are formed, and results of analysis which is different from that in Example 1 

15 are described. In addition, evaluation results of characteristics of secondary batteries containing 

the positive electrode active materials under conditions different from those in Example 1 are 

described. 

[0495] 

In this example, a positive electrode active material which contains lithium cobaltate as 

20 a composite oxide of lithium and a first transition metal contained in a first region, lithium 

titanate as an oxide of a second transition metal contained in a second region, and magnesium 

oxide as an oxide of a representative element contained in a third region, was formed. 

[0496] 

[Formation of positive electrode active material and fabrication of secondary battery] 

25 <<Sample 06 and Sample 07>> 

In this example, lithium cobalt oxide particles (C-20F, produced by NIPPON 

CHEMICAL INDUSTRIAL CO., LTD.) were used as a starting material. 

[0497] 

Next, as Step 14, the lithium cobalt oxide particles were coated with titanium oxide by 

30 a sol-gel method and dried. Step 14 was performed in a manner similar to that in Example 1 

except that mixture was performed so that TTIP to lithium cobalt oxide was 0.004 ml/g. The 

lithium cobalt oxide particles which are coated with the titanium oxide and are not heated yet 

are referred to as Sample 06. 

[0498] 

35 Next, Sample 06, which is the lithium cobalt oxide particles coated with the titanium 
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oxide, was heated. With a muffle furnace, the heating was performed at 800 °C in an oxygen 

atmosphere under the following conditions: the retention time was two hours; and the flow rate 

of oxygen was 10 L/min. 

[0499] 

Then, as in Example 1, the particles were cooled and collected to obtain the positive 

electrode active material. The heated positive electrode active material is referred to as Sample 

07. 

[0500] 

[TEM-EDX] 

Sample 06 and Sample 07, in particular, cracks generated in the particles and the vicinity 

of the cracks were subjected to analysis with TEM-EDX. 

[0501] 

First, results of TEM-EDX plane analysis of titanium are shown in FIGS. 37A, 37Bl, 

37B2, 37Cl, 37C2, 37D1, 37D2, 37El, and 37E2 and FIGS. 38A, 38Bl, 38B2, 38Cl, 38C2, 

15 38D1, 38D2, 38El, and 38E2. 

[0502] 

FIGS. 37A, 37Bl, 37B2, 37Cl, 37C2, 37D1, 37D2, 37El, and 37E2 show TEM-EDX 

analysis results of Sample 06 before heating. FIG. 3 7 A is a cross-sectional TEM image showing 

the surfaces of the particles and the crack portions. FIG. 37Bl and FIG. 37B2 show a HAADF-

20 STEM image and a Ti mapping image of a region including the surface of the particle that is 

denoted by a circle marked with "l" in FIG. 37A, respectively. Similarly, FIG. 37Cl and FIG. 

37C2 show a HAADF-STEM image and a Ti mapping image of a region at a depth of 

approximately 20 nm from the surface in the crack portion that is denoted by a circle marked 

with "2" in FIG. 37A, respectively. FIG. 37D1 and FIG. 37D2 show a HAADF-STEM image 

25 and a Ti mapping image of a region at a depth of approximately 500 nm from the surface in the 

crack portion that is denoted by a circle marked with "3" in FIG. 37 A, respectively. FIG. 37El 

and FIG. 37E2 show a HAADF-STEM image and a Ti mapping image of a region at a depth of 

approximately 1000 nm from the surface in the crack portion that is denoted by a circle marked 

with "4" in FIG. 37 A, respectively. Note that in EDX element mapping images in FIGS. 37 A, 

30 37Bl, 37B2, 37Cl, 37C2, 37D1, 37D2, 37El, and 37E2, FIGS. 38A, 38Bl, 38B2, 38Cl, 38C2, 

38D1, 38D2, 38El, and 38E2, FIGS. 39A, 39Bl, 39B2, 39Cl, 39C2, 39D1, 39D2, 39El, and 

39E2, and FIGS. 40A, 40Bl, 40B2, 40Cl, 40C2, 40D1, 40D2, 40El, and 40E2, a region where 

the number of elements is less than or equal to a lower limit of the detection is indicated in 

white, and as the number of elements is increased, the white region becomes black. 

35 [0503] 
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FIGS. 38A, 38Bl, 38B2, 38Cl, 38C2, 38D1, 38D2, 38El, and 38E2 show TEM-EDX 

analysis results of Sample 07 after heating. FIG. 38A is a cross-sectional TEM image showing 

the surfaces of the particles and the crack portions. FIG. 38Bl and FIG. 38B2 show a HAADF­

STEM image and a Ti mapping image of a region including the surface of the particle that is 

5 denoted by a circle marked with "l" in FIG. 38A, respectively. Similarly, FIG. 38Cl and FIG. 

38C2 show a HAADF-STEM image and a Ti mapping image of a region at a depth of 

approximately 20 nm from the surface in the crack portion that is denoted by a circle marked 

with "2" in FIG. 38A, respectively. FIG. 38D1 and FIG. 38D2 show a HAADF-STEM image 

and a Ti mapping image of a region at a depth of approximately 500 nm from the surface in the 

10 crack portion that is denoted by a circle marked with "3" in FIG. 38A, respectively. FIG. 38El 

and FIG. 38E2 show a HAADF-STEM image and a Ti mapping image of a region at a depth of 

approximately 1000 nm from the surface in the crack portion that is denoted by a circle marked 

with "4" in FIG. 38A, respectively. 

15 

[0504] 

As shown in FIGS. 37A, 37Bl, 37B2, 37Cl, 37C2, 37D1, 37D2, 37El, and 37E2 and 

FIGS. 38A, 38Bl, 38B2, 38Cl, 38C2, 38D1, 38D2, 38El, and 38E2, in Sample 06 before 

heating, segregation of titanium on the surfaces of the particles is observed; however, no 

segregation is observed in the crack portion. In contrast, in Sample 07 after heating, segregation 

of titanium is observed both on the surfaces of the particles and in the crack portion. That is, it 

20 is found that titanium is segregated at the surface of the crack portion by heating. 

[0505] 

Next, results ofTEM-EDX plane analysis of magnesium are shown in FIGS. 39A, 39Bl, 

39B2, 39Cl, 39C2, 39D1, 39D2, 39El, and 39E2, and FIGS. 40A, 40Bl, 40B2, 40Cl, 40C2, 

40D1, 40D2, 40El, and 40E2. 

25 [0506] 

FIG. 39A is a cross-sectional TEM image of Sample 06, which is the same as FIG. 37 A. 

FIGS. 39Bl, 39Cl, 39D1, and 39El are HAADF-STEM images, which are the same as FIGS. 

37Bl, 37Cl, 37D1, and 37El. FIG. 39B2 shows a Mg mapping image of a region which is the 

same as FIG. 39Bl. FIG. 39C2 shows a Mg mapping image of a region which is the same as 

30 FIG. 39C 1. FIG. 39D2 shows a Mg mapping image of a region which is the same as FIG. 39D 1. 

FIG. 39E2 shows a Mg mapping image of a region which is the same as FIG. 39E 1. 

[0507] 

FIG. 40A is a cross-sectional TEM image of Sample 07, which is the same as FIG. 38A. 

FIGS. 40Bl, 40Cl, 40D1, and 40El are HAADF-STEM images, which are the same as FIGS. 

35 38Bl, 38Cl, 38D1, and 38El. FIG. 40B2 shows a Mg mapping image of a region which is the 
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same as FIG. 40Bl. FIG. 40C2 shows a Mg mapping image of a region which is the same as 

FIG. 40C 1. FIG. 40D2 shows a Mg mapping image of a region which is the same as FIG. 40D 1. 

FIG. 40E2 shows a Mg mapping image of a region which is the same as FIG. 40E 1. 

[0508] 

As shown in FIGS. 39A, 39Bl, 39B2, 39Cl, 39C2, 39Dl, 39D2, 39El, and 39E2, and 

FIGS. 40A, 40Bl, 40B2, 40Cl, 40C2, 40Dl, 40D2, 40El, and 40E2, in Sample 06 before 

heating, segregation of magnesium is not observed on the surfaces of the particles or in the crack 

portion. In contrast, in Sample 07 after heating, segregation of magnesium is observed both on 

the surfaces of the particles and in the crack portion. 

10 [0509] 

Next, to quantify titanium and magnesium, EDX point analysis was performed on the 

regions indicated by circles marked with 1 to 6 in FIG. 37 A and the regions indicated by circles 

marked with 1 to 6 in FIG. 38A. In each region, two points were measured. 

[0510] 

15 FIGS. 41A and 41B show results of EDX point analysis in an atomic ratio of titanium 

to cobalt. FIG. 4 lA shows results of Sample 06 before heating. Detection points 1 to 6 in FIG. 

41A correspond to the regions indicated by circles marked with 1 to 6 in FIG. 37 A. FIG. 41B 

shows results of Sample 07 after heating. Detection points 1 to 6 in FIG. 4 lB correspond to the 

regions indicated by circles marked with 1 to 6 in FIG. 38A. 

20 [0511] 

As shown in FIGS. 41A and 41B, in the crack portion of Sample 06, Ti/Co is less than 

or equal to 0.01 in each measurement point; in contrast, in the crack portion of Sample 07, the 

amount of titanium is increased in many points, and there are measurement points where Ti/Co 

is greater than or equal to 0.05. Furthermore, Ti/Co on the surfaces of the particles of Sample 

25 07 is between 0.10 and 0.18. 

[0512] 

30 

Next, FIGS. 42A and 42B show results of EDX point analysis in an atomic ratio of 

magnesium to cobalt. The detection points are the same as those in FIGS. 41A and 41B. 

[0513] 

As shown in FIGS. 42A and 42B, in Sample 06, Mg/Co is less than or equal to 0.03 both 

on the surfaces of the particles and in the crack portion; in contrast, in Sample 07, there are 

many points where the amount of magnesium is increased both on the surfaces of the particles 

and in the crack portion. Furthermore, Mg/Co on the surfaces of the particles is between 0.15 

and 0.50, and that in the crack portion is between O and 0.22. 

35 [0514] 
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Next, CR2032 coin-type secondary batteries were fabricated using the positive electrode 

active material of Sample 07 after heating. A positive electrode formed by applying slurry in 

which a positive electrode active material (LCO) of Sample 02, AB, and polyvinylidene fluoride 

(PVDF) were mixed at a weight ratio of 95: 3 :2 to a positive electrode current collector was used. 

5 As the positive electrode current collector, 20-µm-thick aluminum foil was used. The amount 

of positive electrode active material layer containing the positive electrode active material, AB, 

and PVDF was 7.6 mg/cm2. 

[0515] 

A lithium metal was used for the counter electrode. 

10 [0516] 

An electrolyte solution formed in such a manner that 1 mol/L LiPF6 was dissolved in a 

solution in which ethylene carbonate (EC) and diethyl carbonate (DEC) were mixed at a volume 

ratio of 3:7, and vinylene carbonate (VC) was added to the solution at a 2 wt% was used. 

[0517] 

15 [Initial characteristics, rate characteristics] 

Initial characteristics and rate characteristics of the secondary battery using the positive 

electrode active material of Sample 07 formed in the above manner were measured. 

[0518] 

In the measurement of the initial characteristics, charging was performed at CCCV, 0.2 

20 C, 4.6 V, and a cutoff current of 0.05 C, and discharging was performed at CC, 0.2 C, and a 

cutoff voltage of 3.0 V. Here, IC was set to 160 mA/g, which was a current value per weight of 

the positive electrode active material. The measurement temperature was 25 °C. Table 2 shows 

measurement results of initial characteristics. 

[0519] 

25 [Table 2] 

Initial charge 

capacity 

[mAh/g] 

221.2 

[0520] 

Initial discharge 

capacity 

[mAh/g] 

217.5 

Initial charge and 

discharge efficiency 

[%] 

98.3 

The rate characteristics were measured after the initial characteristics were measured. 

The measurement was performed by changing a discharge rate in the following order: 0.2 C 

30 charge/0.2 C discharge; 0.2 C charge/0.5 C discharge; 0.2 C charge/1.0 C discharge; 0.2 C 

charge/2.0 C discharge; 0.2 C charge/3.0 C discharge; 0.2 C charge/4.0 C discharge; and 0.2 C 

charge/5.0 C discharge. Note that the conditions other than the discharge rate are the same as 
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those of the measurement of the initial characteristics. The measurement temperature was 25 

oc. 
[0521] 

Table 3 shows the measurement results of the initial characteristics and the rate 

characteristics. In addition, FIG. 43 shows discharge curves of the rates. 

[0522] 

[Table 3] 

Rate Discharge capacity 
Discharge capacity 

retention rate 
[C] [mAh!g] 

% 

0.2 218.2 100.0 

0.5 215.8 98.9 

1.0 213.1 97.7 

2.0 207.9 95.3 

3.0 204.0 93.5 

4.0 198.8 91.1 

5.0 184.3 84.5 

[0523] 

[Temperature characteristics] 

Next, a cell was fabricated under conditions similar to those of a cell for evaluating the 

rate characteristics except that the amount of positive electrode active material layer was 8.2 

mg/cm2, and the temperature characteristics were measured. Charging was performed at 25 °C, 

CCCV, 0.2 C, 4.6 V, and a cutoff current of 0. 05 C. Discharging was performed at 25 °C, 0 °C, 

15 -10 °C, -20 °C, and 45 °C in this order, CC, 0.2 C, and a cutoff voltage of 3.0 V. FIG. 44 shows 

measurement results of temperature characteristics. 

[0524] 

[ Cycle characteristics] 

Next, a cell was fabricated under conditions similar to those of the cell for measuring 

20 the temperature characteristics, and the cycle characteristics were measured. In the 

measurement of the cycle characteristics, charging was performed at CCCV, 1.0 C, 4.55 V, and 

a cutoff current of 0.05 C, and discharging was performed at CC, 1.0 C, and a cutoff voltage of 

3.0 V. The measurement temperature of the cycle characteristics was 45 °C and 100 cycles were 

measured. The discharge capacity retention rate after 100 cycles was 86 %. FIG. 45 is a graph 

25 showing the discharge capacity retention rate of the measured cycle characteristics. 
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From the measurement results, the specific surface area of the positive electrode active 

material of Sample 07 was 0.13 m2/g. 

[0526] 

Furthermore, from the measurement results of particle size distribution of the positive 

electrode active material of Sample 07, the average particle diameter was 21.5 µm, 10 %D was 

13.1 µm, 50 %D was 22.0 µm, and 90 %D was 34.4 µm. 

[0527] 

The tap density of the positive electrode active material of Sample 07 is 2.21 g/cm3
. The 

10 tap density was measured with MULTI TESTER MT-1000 (manufactured by SEISHIN 

ENTERPRISE Co., Ltd.). 

[0528] 

As described above, it is found that the positive electrode active material of Sample 07 

which is one embodiment of the present invention shows excellent initial charge and discharge 

15 capacity, rate characteristics, and cycle characteristics. In particular, the initial charge and 

discharge capacity is high, which is 98 % or higher; thus, it is probable that a side reaction is 

inhibited. In addition, even at a high discharge rate of 2 C, an excellent capacity of 96.1 % is 

shown using 0.2 Casa reference. 

[Example 3] 

20 [0529] 

In this example, a positive electrode active material including a region containing 

titanium and magnesium in a superficial portion was formed by changing the ratio of Li to the 

first transition metal of starting materials, and evaluation results of characteristics are shown. 

[0530] 

25 [Formation of positive electrode active material] 

In this example, positive electrode active materials of Samples 11 to 17, Samples 21 to 

28, and Samples 31 to 40 in which cobalt was used as the first transition metal were prepared. 

Formation methods and conditions of these samples are as follows. 

[0531] 

30 <<Samples 11 to 17>> 

First, a source of lithium, a source of cobalt, a source of magnesium, and a source of 

fluorine, which are to be starting materials, were individually weighed. In this example, lithium 

carbonate, cobalt oxide, magnesium oxide, and lithium fluoride were used as the source of 

lithium, the source of cobalt, the source of magnesium, and the source of fluorine, respectively. 

35 [0532] 
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At that time, the starting materials of Sample 11 were weighed so that the ratio of Li to 

Co was 1.00. The starting materials of Sample 12 were weighed so that the ratio of Li to Co 

was 1.03. The starting materials of Sample 13 were weighed so that the ratio of Li to Co was 

1.05. The starting materials of Sample 14 were weighed so that the ratio of Li to Co was 1.06. 

5 The starting materials of Sample 15 were weighed so that the ratio of Li to Co was 1. 07. The 

starting materials of Sample 16 were weighed so that the ratio of Li to Co was 1.08. The starting 

materials of Sample 17 were weighed so that the ratio of Li to Co was 1.13. 

[0533] 

In addition, the starting materials of each of Samples 11 to 17 were weighed so that, 

10 when the number of atoms of cobalt contained in the starting materials was set to 1, the number 

of atoms of magnesium was 0.01 and the number of atoms of fluorine was 0.02. 

[0534] 

Next, the weighed starting materials were separately mixed with a ball mill for each 

sample. 

15 [0535] 

20 

Then, the mixed starting materials were baked. The baking was performed at 1000 °C 

for 10 hours under the following conditions: the temperature rising rate was 200 °C/h; and the 

flow rate of dry air was 10 L/min. 

[0536] 

Through the above process, particles of a composite oxide containing lithium, cobalt, 

fluorine, and magnesium were synthesized. 

[0537] 

Next, TTIP was added to 2-propanol so that the amount of TTIP per weight of the 

positive electrode active material was 0.01 ml/g and then mixing was performed, so that a 2-

25 propanol solution of tetra-i-propoxy titanium was formed. 

[0538] 

30 

35 

To the 2-propanol solution of TTIP, the particles of a composite oxide containing 

lithium, cobalt, fluorine, and magnesium were added and then mixing was performed. 

[0539] 

The above-described mixed solution was stirred with a magnetic stirrer for four hours, 

at 25 °C, and at a humidity of 90 %RH. Through the process, water in an atmosphere and TTIP 

caused hydrolysis and polycondensation reaction, and a layer containing titanium was formed 

on the surface of the lithium cobalt oxide particle containing magnesium and fluorine. 

[0540] 

The mixed solution which had been subjected to the above process was filtered to collect 
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the residue. As a filter for filtration, Kiriyama filter paper (No. 4) was used. 

[0541] 

The collected residue was dried in a vacuum at 70 °C for one hour. 

[0542] 

The dried particles were heated. The heating was performed in an oxygen atmosphere 

under the following conditions: the temperature was 800 °C (the temperature rising rate was 

200 °C/h); and the retention time was two hours. 

[0543] 

The heated particles were cooled and subjected to crushing treatment. In the crushing 

10 treatment, the particles were made to pass through a sieve. The sieve has an aperture width of 

53 µm. 

[0544] 

The particles which were subjected to crushing treatment were used as the positive 

electrode active materials of Samples 11 to 17. 

15 [0545] 

<<Samples 21 to 27>> 

The starting materials of Samples 21 to 27 were the same as those of Samples 11 to 16. 

At that time, the starting materials of Sample 21 were weighed so that the ratio of Li to Co was 

1.00. The starting materials of Sample 22 were weighed so that the ratio of Li to Co was 1.03. 

20 The starting materials of Sample 23 were weighed so that the ratio of Li to Co was 1. 05. The 

starting materials of Sample 24 were weighed so that the ratio of Li to Co was 1.06. The starting 

materials of Sample 25 were weighed so that the ratio of Li to Co was 1.07. The starting 

materials of Sample 26 were weighed so that the ratio of Li to Co was 1.08. The starting 

materials of Sample 27 were weighed so that the ratio of Li to Co was 1.13. 

25 [0546] 

Samples 21 to 27 were formed in manners similar to those of Samples 11 to 17 except 

that the concentration of TTIP in the 2-propanol solution was adjusted so that the amount of 

TTIP per weight of the positive electrode active material was 0.02 ml/g. 

[0547] 

30 <<Sample 28>> 

The ratio of Li to Co of the starting materials and the amount of TTIP of Sample 28 were 

the same as the ratio of Li to Co of the starting materials and the amount of TTIP of Sample 23. 

That is, in Sample 28, the starting materials were weighed so that the ratio of Li to Co was 1.05, 

and the amount of TTIP per weight of the positive electrode active material was 0.02 ml/g. 

35 [0548] 
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Note that in Sample 28, after the starting materials were mixed, baking was performed 

at 950 °C. 

[0549] 

Sample 28 was formed in a manner similar to that of Sample 23 except for the baking 

5 temperature. 

[0550] 

It is probable that Samples 11 to 17 and Samples 21 to 28 are each a positive electrode 

active material which contains lithium cobaltate inside and includes a region containing titanium 

and magnesium in a superficial portion. 

10 [0551] 

15 

<<Samples 31 to 40>> 

Samples 31 to 40 were formed as comparative examples, each of which did not include 

a region containing titanium. 

[0552] 

The starting materials of Sample 31 were weighed so that the ratio of Li to Co was 1.00. 

The starting materials of Sample 3 2 were weighed so that the ratio of Li to Co was 1.01. The 

starting materials of Sample 3 3 were weighed so that the ratio of Li to Co was 1. 02. The starting 

materials of Sample 34 were weighed so that the ratio of Li to Co was 1.03. The starting 

materials of Sample 35 were weighed so that the ratio of Li to Co was 1.035. The starting 

20 materials of Sample 36 were weighed so that the ratio of Li to Co was 1.04. The starting 

materials of Sample 37 were weighed so that the ratio of Li to Co was 1. 051. The starting 

materials of Sample 38 were weighed so that the ratio of Li to Co was 1.061. The starting 

materials of Sample 39 were weighed so that the ratio of Li to Co was 1. 081. The starting 

materials of Sample 40 were weighed so that the ratio of Li to Co was 1. 130. 

25 [0553] 

30 

In addition, the starting materials of each of Samples 31 to 40 were weighed so that, 

when the number of atoms of cobalt contained in the starting materials was set to 1, the number 

of atoms of magnesium was 0.01 and the number of atoms of fluorine was 0.02. 

[0554] 

sample. 

[0555] 

Next, the weighed starting materials were separately mixed with a ball mill for each 

Then, the mixed starting materials were baked. The baking was performed at 1000 °C 

for 10 hours under the following conditions: the temperature rising rate was 200 °C/h; and the 

35 flow rate of dry air was 10 L/min. 
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Through the above process, particles of a composite oxide containing lithium, cobalt, 

fluorine, and magnesium were synthesized. 

[0557] 

The synthesized particles were cooled and then heated. The heating was performed in 

an oxygen atmosphere under the following conditions: the temperature was 800 °C (the 

temperature rising rate was 200 °C/h); and the retention time was two hours. 

[0558] 

The heated particles were cooled and subjected to crushing treatment. In the crushing 

10 treatment, the particles were made to pass through a sieve. The sieve has an aperture width of 

53 µm. 

[0559] 

The particles which were subjected to crushing treatment were used as the positive 

electrode active materials of Samples 31 to 40. 

15 [0560] 

Table 4 shows the formation conditions of Samples 11 to 17, Samples 21 to 28, and 

Samples 31 to 40. 

[0561] 

[Table 4] 
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Li/Co 

Sample 11 1.00 

Sample 12 1.03 

Sample 13 1.05 

Sample 14 1.06 

Sample 15 1.07 

Sample 16 1.08 

Sample 17 1.13 

Sample 21 1.00 

Sample 22 1.03 

Sample 23 1.05 

Sample 24 1.06 

Sample 25 1.07 

Sample 26 1.08 

Sample 27 1.13 

Sample 28 1.05 

Sample 31 1.00 

Sample 32 1.01 

Sample 33 1.02 

Sample 34 1.03 

Sample 35 1.035 

Sample 36 1.04 

Sample 37 1.051 

Sample 38 1.061 

Sample 39 1.081 

Sample 40 1.130 

[0562] 

[XPS] 

TIIP 

0.01 ml/g 

0.02 ml/g 

0.02 ml/g 

Baking 
temperature 

1000 °C 

1000 °C 

950 °C 

1000 °C 

Attorney Docket No.: 12732-2003004 
Client Ref. No.: US24652/ .. ./26813-C4 

The positive electrode active materials of Samples 11 to 17, Samples 21 to 28, and 

5 Samples 31 to 40 were subjected to an XPS analysis. Table 5 shows results of the XPS analysis 

of Samples 11 to 17, Table 6 shows results of the XPS analysis of Samples 21 to 28, and Table 

7 shows results of the XPS analysis of Samples 31 to 40. Tables 5 to 7 show a relative value of 

the concentration of each element under the condition where the concentration of cobalt is 1. 

[0563] 
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[Table 5] 

Relative vahre urder condition where concentration of Co is 1 

Li/Co Li Co 0 C F Mg Ti Si Ca Na s 
Sample 11 1.00 0.82 1.00 2.87 0.25 0.37 0.57 0.15 0.00 0.04 0.27 0.01 

Sample 12 1.03 0.69 1.00 2.84 0.93 0.63 0.63 0.14 0.00 0.05 0.04 0.00 

Sample 13 1.05 0.96 1.00 3.22 0.66 0.47 0.61 0.14 0.00 0.03 0.09 0.03 

Sample 14 1.06 1.04 1.00 3.13 0.34 0.77 0.77 0.15 0.00 0.05 0.34 0.04 

Sample 15 1.07 0.84 1.00 3.42 0.58 0.60 0.23 0.18 0.00 0.08 0.27 0.00 

Sample 16 1.08 1.08 1.00 3.10 0.66 0.59 0.04 0.16 0.00 0.03 0.16 0.02 

Sample 17 1.13 1.29 1.00 3.70 0.83 0.87 0.00 0.19 0.00 0.04 0.20 0.02 

[0564] 

[Table 6] 

Relative vahre urder condition where concentration of Co is 1 

Li/Co Li Co 0 C F Mg Ti Si Ca Na s 
Sample 21 1.00 1.08 1.00 3.23 0.47 0.45 0.49 0.20 0.00 0.06 0.35 0.01 

Sample 22 1.03 0.73 1.00 3.05 1.06 0.70 0.59 0.17 0.00 0.03 0.09 0.00 

Sample 23 1.05 1.19 1.00 3.40 0.73 0.48 0.58 0.23 0.00 0.05 0.10 0.04 

Sample 24 1.06 1.10 1.00 3.44 0.33 0.92 0.91 0.25 0.00 0.05 0.30 0.04 

Sample 25 1.07 1.05 1.00 4.26 0.74 0.20 0.25 0.29 0.00 0.07 0.30 0.02 

Sample 26 1.08 1.12 1.00 3.32 0.74 0.52 0.14 0.21 0.00 0.05 0.15 0.00 

Sample 27 1.13 1.49 1.00 3.80 0.60 0.41 0.00 0.12 0.00 0.00 0.16 0.02 

5 Sample 28 1.05 0.99 1.00 3.11 0.72 0.86 0.56 0.18 0.00 0.05 0.12 0.02 

[0565] 

[Table 7] 

Relative vahre urder condition where concentration of Co is 1 

Li/Co Li Co 0 C F Mg Ca Na 

Sample 31 1.00 0.51 1.00 2.45 0.69 0.08 0.27 0.03 0.08 

Sample 32 1.01 0.67 1.00 2.65 0.77 0.08 0.28 0.03 0.08 

Sample 33 1.02 0.53 1.00 2.51 0.66 0.09 0.27 0.02 0.06 

Sample 34 1.03 0.79 1.00 2.93 0.92 0.09 0.35 0.04 0.14 

Sample 35 1.04 0.65 1.00 2.33 0.48 0.11 0.32 0.03 0.11 

Sample 36 1.04 0.69 1.00 2.73 0.56 0.11 0.38 0.05 0.16 

Sample 37 1.05 0.67 1.00 3.04 0.64 0.09 0.35 0.04 0.21 

Sample 38 1.06 0.83 1.00 2.65 1.03 0.29 0.10 0.05 0.11 

Sample 39 1.08 0.80 1.00 2.79 1.04 0.26 0.03 0.08 0.10 

Sample 40 1.13 0.77 1.00 2.72 0.22 0.99 0.00 0.01 0.26 

[0566] 

10 FIGS. 46A and 46B are graphs in which the relative valueofmagnesium and the relative 
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valueof titanium are extracted from the analysis results of Tables 5 to 7. FIG. 46A is a graph 

showing the ratio of Li to Co and the relative valueof magnesium. FIG. 46B is a graph showing 

the ratio of Li to Co and the relative valueof titanium. 

[0567] 

From the analysis results of Samples 31 to 40 in FIG. 46A, it is found that, in the case 

where a coating layer containing titanium is not included, the concentration of magnesium is 

high in samples where the ratio of Li to Co is greater than or equal to 1. 00 and less than or equal 

to 1.05. This is probably because magnesium contained in the starting materials is segregated 

in a range where the element concentration can be detected by XPS by heating. In contrast, in 

10 samples where the ratio of Li to Co is greater than or equal to 1. 06, the concentration of 

magnesium is low; thus, it is probable that the segregation of magnesium does not easily occur 

when the amount of lithium is too large. 

[0568] 

From the analysis results of Samples 11 to 16 and Samples 21 to 26 in FIG. 46A, it is 

15 found that the concentration of magnesium in a range where the element concentration can be 

detected by XPS is higher in the case where a region containing titanium is included in a 

superficial portion than in the case where the region containing titanium is not included. 

[0569] 

Moreover, in the case where the ratio of Li to Co is 1.06, in samples where the region 

20 containing titanium is not included, the concentration of magnesium in a range where the 

element concentration can be detected by XPS is low; in contrast, in samples where the region 

containing titanium is included, the concentration of magnesium in a range where the element 

concentration can be detected by XPS is high. That is, when the region containing titanium is 

formed in the superficial portion, magnesium is sufficiently segregated even in the case where 

25 the ratio of Li to Co is high. 

[0570] 

Note that even if the region containing titanium is included, the concentration of 

magnesium is lower in the case where the ratio of Li to Co is 1.07 than in the case where the 

ratio of Li to Co is 1.06. Furthermore, it is probable that, in the case where the ratio of Li to Co 

30 is greater than or equal to 1.08, the segregation of magnesium does not easily occur even if the 

region containing titanium is included. 

35 

[0571] 

[Evaluation of cycle characteristics] 

<<Energy density retention rate>> 

Next, cycle characteristics were evaluated in a manner similar to that of Example 1 using 
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positive electrode active materials of Samples 11 to 14, Sample 16, Samples 21 to 24, and 

Sample 26. 

[0572] 

The shape of the secondary battery, the materials and the mixture ratios of the positive 

5 electrode active material, the conductive additive, and the binder in the positive electrode, the 

counter electrode, the electrolyte solution, the exterior body, the conditions of the cycle 

characteristics test, and the like are the same as those in Example 1. 

[0573] 

FIG. 47 A is a graph showing the energy density retention rates and the number of charge 

10 and discharge cycles at the time of charging at 4.6 V of secondary batteries using the positive 

electrode active materials of Samples 11 to 14 and Sample 16 which were formed so that the 

amount ofTTIP per weight of the positive electrode active material was 0.01 ml/g. FIG. 47B is 

a graph showing the energy density retention rates and the number of charge and discharge 

cycles at the time of charging at 4.6 V of secondary batteries using the positive electrode active 

15 materials of Samples 21 to 24 and Sample 26 which were formed so that the amount of TTIP 

per weight of the positive electrode active material was 0.02 ml/g. 

[0574] 

As shown in FIG. 47A, in the case where TTIP is 0.01 ml/g, Samples 11 to 14, that is, 

the positive electrode active materials in which the ratio of Li to Co is greater than or equal to 

20 1.00 and less than or equal to 1.06 have excellent cycle characteristics. In particular, Samples 

11 and 12, that is, the positive electrode active materials in which the ratio of Li to Co is greater 

than or equal to 1.00 and less than or equal to 1.03 have extremely excellent cycle 

characteristics. In contrast, in Sample 16 in which the ratio of Li to Co is 1.08, the energy 

density retention rate decreases at a relatively early stage. 

25 [0575] 

As shown in FIG. 47B, in the case where TTIP is 0.02 ml/g, Samples 21 to 24, that is, 

the positive electrode active materials in which the ratio of Li to Co is greater than or equal to 

1.00 and less than or equal to 1.06 have excellent cycle characteristics. In particular, Samples 

23 and 24, that is, the positive electrode active materials in which the ratio of Li to Co is greater 

30 than or equal to 1.05 and less than or equal to 1.06 have extremely excellent cycle 

characteristics. 

[0576] 

FIG. 48 is a graph showing comparison between Sample 11 having the most excellent 

cycle characteristics in Samples 11 to 15 and Sample 23 having the most excellent cycle 

35 characteristics in Samples 21 to 25. 
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As shown in FIG. 48, both Sample 11 and Sample 23 have excellent cycle 

characteristics; however, Sample 23 in which TTIP is 0.02 ml/g has more excellent cycle 

characteristics. 

5 [0578] 

15 

20 

25 

<<Discharge capacity retention rate>> 

Next, FIG. 49 shows evaluation results of a discharge capacity retention rate, which is 

one of the cycle characteristics of each of Samples 21 to 26 and Sample 28. 

[0579] 

The shape of the secondary battery, the material and the mixture ratio of the positive 

electrode active material, the conductive additive, and the binder in the positive electrode, the 

counter electrode, the electrolyte solution, the exterior body, the conditions of the cycle 

characteristics test, and the like of Samples 21 to 26 are the same as those in Example 1. 

[0580] 

The secondary battery using Sample 28 was formed in a manner similar to those of the 

secondary batteries using Samples 21 to 26 except that PVDF was used as a binder and the 

positive electrode active material (LCO), AB, and PVDF were mixed such that the weight ratio 

ofLCO to AB and PVDF was 95:3:2, and evaluated. 

[0581] 

As shown in FIG. 49, Samples 21 to 24 and Sample 28 have excellent cycle 

characteristics. In particular, Sample 28 has extremely excellent cycle characteristics. In 

Sample 28, the discharge capacity retention rate after 50 cycles was higher than or equal to 85 

%. 

[0582] 

In contrast, in Sample 25 and Sample 26 in which the ratios of Li to Co are 1.07 and 

1.08, respectively, the discharge capacity retention rates decrease at a relatively early stage. 

[0583] 

From the above results, it is found that in the case where TTIP per weight of the positive 

electrode active material is 0.02 ml/g, the ratio of Li to Co preferably has a range of greater than 

30 or equal to 1.00 and less than 1.07. Moreover, it is found that a sample in which the ratio of Li 

to Co has a range of greater than or equal to 1.05 and less than or equal to 1.06 has extremely 

excellent cycle characteristics. 

[0584] 

FIGS. 50A to SOC show charge and discharge curves of the secondary batteries using 

35 Sample 28, which has extremely excellent cycle characteristics in FIG. 49, Sample 24, and 
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Sample 25, in which the degradation occurs at a relatively early stage. 

[0585] 

FIG. 50A, FIG. 50B, and FIG. SOC show charge and discharge curves of the secondary 

batteries using Sample 28, Sample 24, and Sample 25, respectively. Each of the figures shows 

5 overlap of results of 50 cycles of charge and discharge. As indicated by an arrow in each figure, 

the charge and discharge capacity decreases from the first cycle to the fiftieth cycle. 

[0586] 

As shown in FIGS. 50A and 50B, Sample 28 and Sample 24, which are positive 

electrode active materials of one embodiment of the present invention, have high charge and 

10 discharge capacity and excellent charge and discharge characteristics. In addition, it is found 

that a decrease in charge and discharge capacity of each of Sample 28 and Sample 24 in FIGS. 

50A and 50B is significantly suppressed as compared with Sample 25 in FIG. SOC. 

15 

[Example 4] 

[0587] 

In this example, SEM observation results and SEM-EDX analysis results of the positive 

electrode active material of Sample 24 formed in Example 2 are described. 

[0588] 

Sample 24 was formed so that Li/Co was 1.06 and TTIP per weight of the positive 

electrode active material was 0.02 ml/g. FIG. 51A shows a SEM image of Sample 24. FIGS. 

20 5 lB and 51 C each show an enlarged image of a part in FIG. 5 lA. 

[0589] 

25 

As shown in FIGS. 51A to 51C, there are a large number of projected regions in a 

superficial portion of the positive electrode active material. 

[0590] 

Next, FIGS. 52A-l, 52A-2, 52B-l, 52B-2, 52C-l, and 52C-2 show analysis results of 

the positive electrode active material of Sample 24 using SEM-EDX. FIG. 52A-l shows a SEM 

image of a superficial portion of the positive electrode active material, FIG. 52A-2 shows a 

mapping image of titanium, FIG. 52B-l shows a mapping image of magnesium, FIG. 52B-2 

shows a mapping image of oxygen, FIG. 52C-l shows a mapping image of aluminum, and FIG. 

30 52C-2 shows a mapping image of cobalt. Note that in EDX element mapping images in FIGS. 

52A-2, 52B-l, 52B-2, 52C-l, and 52C-2, a region where the number of elements is less than or 

35 

equal to a lower limit of the detection is indicated in black, and as the number of elements is 

increased, the black region becomes white. 

[0591] 

The same regions in FIGS. 52A-l, 52A-2, and 52B-l are surrounded by dotted lines. 
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When the regions surrounded by dotted lines are compared with each other, it is found that in 

the projected regions in the superficial portion of the positive electrode active material, titanium 

and magnesium are distributed. 

[0592] 

Thus, it is found that Sample 24 is a positive electrode active material including the 

projected fourth region 104 containing titanium and magnesium over the third region 103. 

[0593] 

As shown in Example 2, Sample 24 is one of the samples which show extremely 

excellent cycle characteristics. Thus, it is found that, even if the fourth region is provided in the 

10 superficial portion or when the fourth region is provided, the positive electrode active material 

with excellent cycle characteristics can be obtained. 

[0594] 

From the above results of Examples 1 to 3, it is found that when the region containing 

titanium is formed in the superficial portion, the positive electrode active material with excellent 

15 cycle characteristics can be obtained. In addition, it is found that, when the ratio of Li to Co is 

increased to increase the particle diameter of the positive electrode active material, the cycle 

characteristics might be degraded; however, the region containing titanium is formed in the 

superficial portion, whereby the range of the ratio of Li to Co in which excellent cycle 

characteristics is obtained can be widened. Furthermore, it is found that even when the fourth 

20 region containing titanium and magnesium is provided in the superficial portion of the positive 

electrode active material, excellent cycle characteristics is obtained. 

[Example 5] 

[0595] 

In this example, an example of a method for producing a positive electrode active 

25 material coated with graphene oxide is shown, and observation results of the positive electrode 

active material produced by the method with an electron microscope are described. 

[0596] 

As shown in a process flow chart in FIG. 53, a process for forming a coating film on a 

positive electrode active material includes the steps of: weighing graphene oxide (S 11 ); mixing 

30 and stirring the graphene oxide and pure water (S 12); controlling pH (S 13); adding an active 

material (Sl4); completing a suspension (Sl5); spraying the suspension using a spray dry 

apparatus (S 16); and collecting particles in a container (S 17). 

[0597] 

Note that in (S 12), pure water is used as a dispersion medium; however, a dispersion 

35 medium is not particularly limited and ethanol or the like may be used. In addition, in (Sl4), 
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FIG. 54 is a schematic view of a spray dry apparatus 280. The spray dry apparatus 280 

includes a chamber 281 and a nozzle 282. A suspension 284 is supplied to the nozzle 282 

5 through a tube 283. The suspension 284 is supplied from the nozzle 282 to the chamber 281 in 

the form of mist and dried in the chamber 281. The nozzle 282 may be heated with a heater 

285. Here, a region of the chamber 281 which is close to the nozzle 282, for example, a region 

surrounded by dashed-two dotted line in FIG. 54, is also heated with the heater 285. 

[0599] 

In the case of using a suspension containing a positive electrode active material and 

graphene oxide as the suspension 284, powder of the positive electrode active material coated 

with the graphene oxide is collected in a collection container 286 through the chamber 281. 

[0600] 

The air in the chamber 281 may be suctioned by an aspirator or the like through a path 

15 indicated by an arrow 288. 

[0601] 

An example of conditions for forming the coating film is shown below. 

[0602] 

First, a suspension was formed by dispersing graphene oxide into a solvent. 

20 [0603] 

Although in pure water, graphene oxide is highly dispersible, pure water might react 

with an active material added later, so that Li might be dissolved or an active material might be 

damaged to change the surface structure. Thus, the graphene oxide was dispersed into a solution 

such that the ratio between ethanol and pure water was 4:6. 

25 [0604] 

30 

Stirring to disperse the graphene oxide into a solution was performed under the 

following conditions: a stirrer and an ultrasonic wave generator were used; a rotation rate was 

750 rpm; and irradiation time with ultrasonic waves was 2 minutes. 

[0605] 

Then, a Li OH aqueous solution was dropped to adjust pH to be pH7 (25 °C). 

[0606] 

The positive electrode active materials (in this example, lithium cobalt oxide particles 

produced by NIPPON CHEMICAL INDUSTRIAL CO., LTD. (product name: C-20F)) were 

added, and stirring was performed using a stirrer and an ultrasonic wave generator under the 

35 following conditions: a rotation rate was 750 rpm; and irradiation time with ultrasonic waves 
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was 1 minute. Through the above process, the suspension was prepared. The above lithium 

cobalt oxide particles produced by NIPPON CHEMICAL INDUSTRIAL CO., LTD. (product 

name: C-20F) contain at least fluorine, magnesium, calcium, sodium, silicon, sulfur, and 

phosphorus, and each have a diameter of approximately 20 µm. 

5 [0607] 

Next, the suspension was sprayed uniformly with a spray nozzle (having a nozzle 

diameter of 20 µm) of the spray dry apparatus to obtain powder. The inlet temperature was 160 

°C and the outlet temperature was 40 °C as the hot-air temperature of the spray dry apparatus, 

and the N2 gas flow rate was 10 L/min. 

10 [0608] 

FIG. 55 shows a cross-sectional TEM image of the obtained powder. In addition, FIG. 

56 shows a SEM image of the obtained powder. When a positive electrode active material which 

was the same as the sprayed positive electrode active material (C-20F, produced by NIPPON 

CHEMICAL INDUSTRIAL CO., LTD.) was mixed with the graphene oxide with a planetary 

15 centrifugal mixer as a comparative example, coating was insufficient. FIG. 57 shows a SEM 

image of the comparative example. 

[0609] 

It is found that, as compared with FIG. 57, the coating film is uniformly formed on the 

surface of the powder in FIG. 56. 

20 [0610] 

25 

FIGS. 58A and 58B illustrate a cross-sectional structure example of an active material 

layer 200 which is coated with graphene oxide with a spray dry apparatus and includes a 

graphene compound as a conductive additive. 

[0611] 

FIG. 58A is a longitudinal sectional view of the active material layer 200. The active 

material layer 200 includes positive electrode active material particles 100 coated with graphene 

oxide, a graphene compound 201 as a conductive additive, and a binder (not illustrated). Here, 

graphene or multilayer graphene may be used as the graphene compound 201, for example. The 

graphene compound 201 preferably has a sheet-like shape. The graphene compound 201 may 

30 have a sheet-like shape formed of a plurality of sheets of multilayer graphene and/or a plurality 

of sheets of graphene that partly overlap with each other. 

[0612] 

In the longitudinal section of the active material layer 200, as illustrated in FIG. 58B, 

the positive electrode active material 100 coated with a coating film 105 formed of graphene 

35 oxide is in contact with the graphene compound 201. A plurality of graphene compounds 201 
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are formed in such a way as to be partly in contact with the positive electrode active material 

100 coated with the coating film 105 and adhere to the coating film 105 of the adjacent positive 

electrode active material 100, so that the graphene compounds 201 are in contact with each of 

the positive electrode active material 100. 

5 [0613] 

The graphene compound 201 and the coating film 105 are formed using carbon-based 

materials; thus, an excellent conductive path can be formed. 

[0614] 

The coating film 105 is effective in protecting the crystal structure of the positive 

10 electrode active material 100 so as not to be in contact with the electrolyte solution and in 

forming the excellent conductive path. 

REFERENCE NUMERALS 

[0615] 

15 Ila: positive electrode, llb: negative electrode, 12a: lead, 12b: lead, 14: separator, 15a: bonding 

portion, 15b: bonding portion, 17: fixing member, 50: secondary battery, 51: exterior body, 61: 

folded portion, 62: seal portion, 63: seal portion, 71: crest line, 72: trough line, 73: space, 100: 

positive electrode active material, 101: first region, lOlp: crystal plane, 102: second_region, 

102p: crystal plane, 103: third region, 103p: crystal plane, 104: fourth region, 105: coating film, 

20 106: crack portion, 110: particle, 111: region, 112: layer containing titanium, 114: cobalt oxide 

layer, 120: particle, 121: region, 122: layer containing titanium, 124: cobalt oxide layer, 125: 

layer containing lithium titanate, 200: active material layer, 201: graphene compound, 214: 

separator, 280: spray dry apparatus, 281: chamber, 282: nozzle, 283: tube, 284: suspension, 285: 

heater, 286: collection container, 288: arrow, 300: coin-type secondary battery, 301: positive 

25 electrode can, 302: negative electrode can, 303: gasket, 304: positive electrode, 305: positive 

electrode current collector, 306: positive electrode active material layer, 307: negative electrode, 

308: negative electrode current collector, 309: negative electrode active material layer, 310: 

separator, 500: laminated secondary battery, 501: positive electrode current collector, 502: 

positive electrode active material layer, 503: positive electrode, 504: negative electrode current 

30 collector, 505: negative electrode active material layer, 506: negative electrode, 507: separator, 

508: electrolyte solution, 509: exterior body, 510: positive electrode lead electrode, 511: 

negative electrode lead electrode, 600: cylindrical secondary battery, 601: positive electrode 

cap, 602: battery can, 603: positive electrode terminal, 604: positive electrode, 605: separator, 

606: negative electrode, 607: negative electrode terminal, 608: insulating plate, 609: insulating 

35 plate, 611: PTC element, 612: safety valve mechanism, 613: conductive plate, 614: conductive 
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plate, 615: module, 616: wiring, 617: temperature control device, 900: circuit board, 910: label, 

911: terminal, 912: circuit, 913: secondary battery, 914: antenna, 915: antenna, 916: layer, 917: 

layer, 918: antenna, 920: display device, 921: sensor, 922: terminal, 930: housing, 930a: 

housing, 930b: housing, 931: negative electrode, 932: positive electrode, 933: separator, 950: 

5 wound body, 951: terminal, 952: terminal, 980: laminated secondary battery, 981: film, 982: 

film, 993: wound body, 994: negative electrode, 995: positive electrode, 996: separator, 997: 

lead electrode, 998: lead electrode, 7100: portable display device, 7101: housing, 7102: display 

portion, 7103: operation button, 7104: secondary battery, 7200: portable information terminal, 

7201: housing, 7202: display portion, 7203: band, 7204: buckle, 7205: operation button, 7206: 

10 input output terminal, 7207: icon, 7300: display device, 7304: display portion, 7400: mobile 

phone, 7401: housing, 7402: display portion, 7403: operation button, 7404: external connection 

port, 7405: speaker, 7406: microphone, 7407: secondary battery, 7408: lead electrode, 7409: 

current collector, 7500: vaporizer, 7501: atomizer, 7502: cartridge, 7504: secondary battery, 

8000: display device, 8001: housing, 8002: display portion, 8003: speaker portion, 8004: 

15 secondary battery, 8021: ground-based charging apparatus, 8022: cable, 8024: secondary 

battery, 8100: lighting device, 8101: housing, 8102: light source, 8103: secondary battery, 8104: 

ceiling, 8105: wall, 8106: floor, 8107: window, 8200: indoor unit, 8201: housing, 8202: air 

outlet, 8203: secondary battery, 8204: outdoor unit, 8300: electric refrigerator-freezer, 8301: 

housing, 8302: refrigerator door, 8303: freezer door, 8304: secondary battery, 8400: automobile, 

20 8401: headlight, 8406: electric motor, 8500: automobile, 8600: motor scooter, 8601: side mirror, 

8602: secondary battery, 8603: indicator, 8604: storage unit under seat, 9600: tablet terminal, 

9625: power saving mode changing switch, 9626: display mode changing switch, 9627: power 

switch, 9628: operation switch, 9629: fastener, 9630: housing, 9630a: housing, 9630b: housing, 

9631: display portion, 9631 a: display portion, 9631 b: display portion, 9633: solar cell, 9634: 

25 charge and discharge control circuit, 9635: power storage unit, 9636: DCDC converter, 9637: 

converter, 9640: movable portion. 

This application is based on Japanese Patent Application Serial No. 2016-133997 filed 

with Japan Patent Office on July 6, 2016, Japanese PatentApplication Serial No. 2016-133143 

filed with Japan Patent Office on July 5, 2016, Japanese Patent Application Serial No. 2017-

30 002831 filed with Japan Patent Office on January 11, 2017, Japanese Patent Application Serial 

No. 2017-030693 filed with Japan Patent Office on February 22, 2017, Japanese Patent 

Application Serial No. 2017-084321 filed with Japan Patent Office on April 21, 2017,and 

Japanese Patent Application Serial No. 2017-119272 filed with Japan Patent Office on June 19, 

2017 the entire contents of which are hereby incorporated by reference. 

35 

112 



AMPEREX Ex. 1002 
Page 128

5 

CLAIMS 

Attorney Docket No.: 12732-2003004 
Client Ref. No.: US24652/ .. ./26813-C4 

1. A lithium-ion secondary battery compnsmg a positive electrode, the positive 

electrode comprising a positive electrode active material particle comprising lithium cobaltate, 

wherein the positive electrode active material particle comprises a first region and a 

second region, 

wherein the first region comprises cobalt, 

wherein the second region comprises titanium, magnesium, and fluorine, 

wherein the second region covers at least a part of the first region, 

wherein the second region is in a superficial portion of the positive electrode active 

material particle, and 

wherein the first region and the second region are topotaxy. 

2. The lithium-ion secondary battery according to claim 1, wherein a degree of a 

15 mismatch between a crystal structure of the first region and a crystal structure of the second 

region is less than or equal to 0.12. 

3. The lithium-ion secondary battery according to claim 1, wherein a degree of a 

mismatch between a crystal structure of the first region and a crystal structure of the second 

20 region is less than or equal to 0.04. 

4. The lithium-ion secondary battery according to claim 1, 

wherein a relative value of a concentration of the magnesium is greater than or equal 

to 0.4 and less than or equal to 1.5 when a surface of the positive electrode active material 

25 particle is subjected to an XPS analysis and a concentration of the cobalt is defined as 1. 

30 

35 

5. The lithium-ion secondary battery according to claim 1, 

wherein the second region is provided in a range from a surface of the positive 

electrode active material particle to a depth of 20 nm. 

6. The lithium-ion secondary battery according to claim 1, 

wherein the positive electrode further comprises a conductive additive, and 

wherein the conductive additive comprises carbon fiber, graphene or multilayer 

graphene. 
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7. A lithium-ion secondary battery compnsmg a positive electrode, the positive 

electrode comprising a positive electrode active material particle comprising lithium cobaltate, 

wherein the positive electrode active material particle comprises a first region and a 

second region, 

wherein the first region comprises cobalt, 

wherein the second region comprises titanium, magnesium, and fluorine, 

wherein the second region covers at least a part of the first region, 

wherein the second region is in a superficial portion of the positive electrode active 

material particle, 

wherein a relative value of a concentration of the titanium is greater than or equal to 

0.05 and less than or equal to 0.4 when a surface of the positive electrode active material particle 

is subjected to an XPS analysis and a concentration of the cobalt is defined as 1, and 

wherein the first region and the second region are topotaxy. 

8. The lithium-ion secondary battery according to claim 7, wherein a degree of a 

mismatch between a crystal structure of the first region and a crystal structure of the second 

region is less than or equal to 0.12. 

9. The lithium-ion secondary battery according to claim 7, wherein a degree of a 

20 mismatch between a crystal structure of the first region and a crystal structure of the second 

region is less than or equal to 0.04. 

10. The lithium-ion secondary battery according to claim 7, 

wherein a relative value of a concentration of the magnesium is greater than or equal 

25 to 0.4 and less than or equal to 1.5 when the surface of the positive electrode active material 

particle is subjected to an XPS analysis and a concentration of the cobalt is defined as 1. 

11. The lithium-ion secondary battery according to claim 7, 

wherein the second region is provided in a range from the surface of the positive 

30 electrode active material particle to a depth of 20 nm. 

12. The lithium-ion secondary battery according to claim 7, 

wherein the positive electrode further comprises a conductive additive, and 

wherein the conductive additive comprises carbon fiber, graphene or multilayer 

35 graphene. 
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13. An electronic device comprising a lithium-ion secondary battery, the lithium-ion 

secondary battery comprising: 

a positive electrode comprising a positive electrode active material particle comprising 

5 lithium cobaltate; 

15 

20 

25 

30 

35 

a negative electrode; and 

an electrolyte, 

wherein the positive electrode active material particle comprises a first region and a 

second region, 

wherein the first region comprises cobalt, 

wherein the second region comprises titanium, magnesium, and fluorine, 

wherein the second region covers at least a part of the first region, 

wherein the second region is in a superficial portion of the positive electrode active 

material particle, and 

wherein the first region and the second region are topotaxy. 

14. The electronic device according to claim 13, wherein a degree of a mismatch 

between a crystal structure of the first region and a crystal structure of the second region is less 

than or equal to 0.12. 

15. The electronic device according to claim 13, wherein a degree of a mismatch 

between a crystal structure of the first region and a crystal structure of the second region is less 

than or equal to 0. 04. 

16. The electronic device according to claim 13, 

wherein a relative value of a concentration of the magnesium is greater than or equal 

to 0.4 and less than or equal to 1.5 when a surface of the positive electrode active material 

particle is subjected to an XPS analysis and a concentration of the cobalt is defined as 1. 

17. The electronic device according to claim 13, 

wherein the second region is provided in a range from a surface of the positive 

electrode active material particle to a depth of 20 nm. 

18. The electronic device according to claim 13, 

wherein the positive electrode further comprises a conductive additive, and 
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wherein the conductive additive comprises carbon fiber, graphene or multilayer 

graphene. 

19. An electronic device comprising a lithium-ion secondary battery, the lithium-ion 

5 secondary battery comprising: 

15 

20 

25 

30 

35 

a positive electrode comprising a positive electrode active material particle comprising 

lithium cobaltate; 

a negative electrode; and 

an electrolyte, 

wherein the positive electrode active material particle comprises a first region and a 

second region, 

wherein the first region comprises cobalt, 

wherein the second region comprises titanium, magnesium, and fluorine, 

wherein the second region covers at least a part of the first region. 

wherein the second region is in a superficial portion of the positive electrode active 

material particle, 

wherein a relative value of a concentration of the titanium is greater than or equal to 

0.05 and less than or equal to 0.4 when a surface of the positive electrode active material particle 

is subjected to an XPS analysis and a concentration of the cobalt is defined as 1, and 

wherein the first region and the second region are topotaxy. 

20. The electronic device according to claim 19, wherein a degree of a mismatch 

between a crystal structure of the first region and a crystal structure of the second region is less 

than or equal to 0.12. 

21. The electronic device according to claim 19, wherein a degree of a mismatch 

between a crystal structure of the first region and a crystal structure of the second region is less 

than or equal to 0. 04. 

22. The electronic device according to claim 19, 

wherein a relative value of a concentration of the magnesium is greater than or equal 

to 0.4 and less than or equal to 1.5 when the surface of the positive electrode active material 

particle is subjected to an XPS analysis and a concentration of the cobalt is defined as 1. 

23. The electronic device according to claim 19, 
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wherein the second region is provided in a range from the surface of the positive 

electrode active material particle to a depth of 20 nm. 

24. The electronic device according to claim 19, 

wherein the positive electrode further comprises a conductive additive, and 

wherein the conductive additive comprises carbon fiber, graphene or multilayer 

graphene. 
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A positive electrode active material which can improve cycle characteristics of a 

secondary battery is provided. Two kinds of regions are provided in a superficial portion of a 

positive electrode active material such as lithium cobaltate which has a layered rock-salt crystal 

5 structure. The inner region is a non-stoichiometric compound containing a transition metal such 

as titanium, and the outer region is a compound of representative elements such as magnesium 

oxide. The two kinds of regions each have a rock-salt crystal structure. The inner layered rock­

salt crystal structure and the two kinds of regions in the superficial portion are topotaxy; thus, a 

change of the crystal structure of the positive electrode active material generated by charging 

10 and discharging can be effectively suppressed. In addition, since the outer coating layer in 

contact with an electrolyte solution is the compound of representative elements which is 

chemically stable, the secondary battery having excellent cycle characteristics can be obtained. 

118 



AMPEREX Ex. 1002 
Page 134

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

FIGx '1A 

FIG. 1 B nm 

FIG. 1 C _100 



AMPEREX Ex. 1002 
Page 135

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 

AG. 2B 
Layered rock salt type 

-(114> 

u ,. 

• ~~-· 
• 

LiCo02 

tJ-0 2.089A 
eo-o l925A 

New Continuation / 12732-2003004 

2/58 

~~~<~~~.~ 
'l 

Rock salt type 

<100> 

u 0 Ti 0 

' 
' tl I ,• ,. 

l,.,. , .. • ! • -- e - -- - e -
. - - -

LiTiOt 

Ll-0 2.138A 
Tid) 2.051A 

Rock salt type 

M►=««~i««•-til-~··@;•.4 
t 

'<<<=J>""~~' -~ t t ~-: I 

~~--""f""·~I-··,"♦",." ,,,_, ___ """""' __ _.., 

MgO 

Rock sail type 

<100> 

Mg 0 
'" / 

// .} 

~-• - • § 

. • • • • 
• :,.,,': • .1)-~i~ ~ ~$ 

ll • 1=~ J • 
MgO 

Mg-0 2.106A 



AMPEREX Ex. 1002 
Page 136

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIGx 3 

( 
\ 
\ 

\ 
\ 

102 \ 
\ 
\ 
\ 

\ 
'·· 

101 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

3/58 



AMPEREX Ex. 1002 
Page 137

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

4/58 

FIG. 4A-1 FIG. 4A-2 

! 
RO-M2-0R 

I 
OR 

I 
HO-Tl-OH 

I 
on: 

M2(0R),} TTIP 

FIG. 4B 
OR 
! 

--►~ RO-M2-0H + ROH 
I 
OR 

FIG. 4C 
OR OR OR OR 
! i l I 

RO-M2-0H + HO-M2-. OR --.,,~ RO-M2-0-M:2:-0R + 
l I 
OR OR 

FIG. 4D-1 

~ 
~ 

I I 
OR OR 

FIG. 4D-2 



AMPEREX Ex. 1002 
Page 138

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

5/58 

FIG. 5A 110 

FIG, 5B HO 
l i 2 ''""'-s~ "'~::~"-::"---~'"-""'Z;::::~:~ ----~ 

·114-"-,J' • 

. ~ ........... ···· ..... ·\ .. ,··, ....... ,., '·'-
111 ,, •>.::.. ~ •····· ... \ ... ·L· '.r" . 0 ,, 

,__, .. :--····· ... :::~,, .... • i,,_.,(.) 2~~ ~'-.,,' 

~•:::··· ... :: ~······ ....••••. ~ ~ ~~ ~ ~ 

FIG, 5C 100 



AMPEREX Ex. 1002 
Page 139

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

6/58 

FIG, 6A 120 

FIG. 68 
122 ,, \'-,>.. ••; .. 

.... , .. J -....:-.. ' . :. 

·\>.,_._ 
~~-¾-¾-~- ·-,.,_ .,._ 

>·... -:-•.• 

121~~~\\~z~ "' 



AMPEREX Ex. 1002 
Page 140

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

7/58 

FIG, 7A 
200 

FIG. 7B 



AMPEREX Ex. 1002 
Page 141

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG. 8A 

FIG. 8B 

FIG. BC 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

8/58 

' ' 

,,..,,,,..,,., .r< o ___ _...,_ ___ J 

> ·"'>· V r:/:.OV 

j:_Vc 
R 

C 

CG Charg~1 T errninated 
-~~~~~~~~,..,.;-~~~~~~~~~-,&,<-

4, 5 -~----------------------

Time {min) 

,en, 
.;v 



AMPEREX Ex. 1002 
Page 142

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG. 9A 

FIG. 98 

FIG. 9C 

FIG. 9D 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

9/58 
, ... ._ .. ,,, . ..,.,., .. ,. ....... ,, ...... 

~ 

' 

--------------. 
/ 

i 

CC Charge . CV Chatg(~ . Terrninah.N:l ---------11,,,c' >~ 

Current 
/"'~_ ..... / .. 

l 
/ 

0 
600 



AMPEREX Ex. 1002 
Page 143

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG. 10 

Semiconductor Energy Laboratory Co., Ltd. 

0 

New Continuation I 12732-2003004 

10/58 

\fo!tage 

-- ·- -·"'------··-·,.,. 
Current 

Time (min) 

0 



AMPEREX Ex. 1002 
Page 144

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

300 / 302 ~---
.-:···· 

. /~/: 

•.···•"""'_. .. ···-"'/' 

FIG. 11 C 

t t 
Electron Current 



AMPEREX Ex. 1002 
Page 145

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG. 12A 
filill 

FIG. 12C 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

12/58 

FIG. 12B 

ill 613 
// 

/4. ,·_-;. ~:-:,, ,·:-;,, ,·_-;. ~:-,, ":-:,, :::;, ":·:,, c:·;, c:·;, "~" ":-;, /c;, ,:·;:, / 
r -:.::-:•) -:::·:'>) ::-::-:-, -:::•'ji -::-::-4 -::::::,, -:::·'j• / ::-:·:'>) / 

/600 
, 

~1 
c::::::::::::::::=:::::::::::::::::::::=:::::::::::::::::::::::::::::::::::::::::::::=~/ 614 

FIG. 12D 

616 

617 

603 

602 



AMPEREX Ex. 1002 
Page 146

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG. 13A 

FIG. 138 

Semiconductor Energy Laboratory Co., Ltd. 

·' '· I 

New Continuation I 12732-2003004 

13/58 

flOO 
' 

%2 91.2 951 
{ 

,,,,,.,,.1.·'···''·'· .... •··• .. •·' ......... , ... ,.; 
,.,...,.... 



AMPEREX Ex. 1002 
Page 147

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

14/58 

FIGx 14A--2 

FIG. 148-1 FIG. 14,B-2 

911 



AMPEREX Ex. 1002 
Page 148

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

FIG. 15A 
013 

\ 

950·"----·-, .. _..,. ___ _ 
( 

··"-...., 
930 

FIG. ·158 
_.;-. 

...... i•"" 

' 



AMPEREX Ex. 1002 
Page 149

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

16/58 

FIG. 16 

913 
951 



AMPEREX Ex. 1002 
Page 150

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

17/58 

FIG. 17A 

994 

995 

\, 
996 

FIG. 178 
FIG. 17C 

997 

{ 
~ t . . . 

mm "·,._ 

-..,~.,..,.~ 

... ,,,.;--~ 

932 
* / 
I I 

, .. }'· 
B 
I 
I 
I 
I 
I 
I 



AMPEREX Ex. 1002 
Page 151

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG, 18A 

507--~ 
( 

505 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

509 

I 

.! 
501 

18/58 

\ 
502 504 



AMPEREX Ex. 1002 
Page 152

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG. 19 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

I I 

I 
I 

1 _1 :.,·::: :. 



AMPEREX Ex. 1002 
Page 153

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

20/58 

FIG. 20 

500 

··:::.::::::::::1L:~k::::. · :::::::::.::····· 
(:,,.._-• -------, 
I 

... •···········S06 
·· .. ,..,-507 

__ ., .. ~.-• 



AMPEREX Ex. 1002 
Page 154

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 

FIG, 21A 
_503 

FIG. 21 B 
s-11 

c:===I:D 

FIG, 21C 
508 

New Continuation I 12732-2003004 

502 

503 

//\ .. --~:=~~~~====~~=-)' 
: ........... , 

·. \ 
. l . . . 
I . . . . . . 

. I 
·,1 
1·. 
\ 

·.1 
I· 

' .1 
! 
I 

. l 
1 
' . 

. . 1 
l 
I' ...._ ________ __.· . ; . 
·-·. 

507 
/\../ 
l 



AMPEREX Ex. 1002 
Page 155

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG. 22A 
fill 

63 
12a 

A1-·-· 

51 

'----+ 

FIG. 2281 
; 

FIG. 22C 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

22/58 

C1 C3 
62 71 

62 

Wb FIG. 2282 

Lb 

10 

I 
.. L. 

i 

63 
k--J 
I 
I 
i 

15a 51 
\ 

10a 11a 
\ 

11 b 
12a 

A1 

FIG. 22D 

81 
63 

17 

i 
17 72 

11b 11a 10 71 a 72a 
\ \. 

72 
I 

Wb 

lb 

61 
/ 

·-A2 

61 
k, .... J 
I 73 

A2 

..... ... 51 

73 82 



AMPEREX Ex. 1002 
Page 156

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

23/58 

FIG. 23A 

FIG. 238 

15b 
11 b 

15a 

-----14 

;--11b 

--14 

--7"' 11 a 

---14 

✓;:""11b 

14 

---11a 



AMPEREX Ex. 1002 
Page 157

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

24/58 

FIG. 24A FIG. 24B FIG. 24C 

FIG. 24D FIG. 24E 
7H)4 

FIG. 24F 

7'll)3 

FIG. 24G 

FIG .. 24H 
0 

t::=J 



AMPEREX Ex. 1002 
Page 158

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

FIG. 25A 
.9.fil)_Q 9630b 

I 9631 b 
I 

I 
9637 9628 

FIG. 25B 
.9.6.00 9630 

9633 9635 

9629 

r ··-··---.___.9634 
i 11111111 : 9636 
•-··--·-·• I --------------------~ 

9640 

25/58 

9631 9630a 
I 9631a 
I 

ICD~G::>I 

I 
9626 

9627 

I 
9625 

FIG. 25C 
,--------- ------ --------- -----: 
: SW1 i 

9637 

9633 9636 

! 
9635 

.aeM ------ ------ -·· ----·· ----·· __, 

9631 



AMPEREX Ex. 1002 
Page 159

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

·-··~······· 
(-----

~-A-A- .. M .. MAMA~ .. 

' ' ' ' ' ' ' ' ' ' ' ' ' ' ' . . ' ' . . ' 
' ' 

!ii I "l {'\.! : 
,· 1 00 < 

~ ~• • ~•:: :: :.:,•:: ,,.,,~ ~~ •~ ,:w""""'""" "~ 
..... 

~=====~======*=~\ 
' ' ' ' ' ' ' ' 

1 ,. 

! ' ' . ' 

---------------.-·/ 



AMPEREX Ex. 1002 
Page 160

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG. 27A 

FIG. 278 

FIG. 27C 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

.8.4Q.Q 

\ 
\ 

\ 
8401 

27/58 

---8603 



AMPEREX Ex. 1002 
Page 161

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

FIG. 2.8 

~ 
\ 

101FFT. 



AMPEREX Ex. 1002 
Page 162

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

FIG❖ 29A1 FIG. 29A2 

FIG❖ 2982 



AMPEREX Ex. 1002 
Page 163

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

FIG~ 3082 

AGx 30C2 



AMPEREX Ex. 1002 
Page 164

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG❖ 3tA1 

FIG❖ 3181 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

~-/4: /§f.·~­
~if ~ 



AMPEREX Ex. 1002 
Page 165

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG. 32 

1400 

1200 

400 

200 

0 
0 1 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

32/5B 

9 ,o'° X ,0 Ot'°' 

.,t6 9,osexY,ox°'°''°s°'x'°x,ox-&s,o x°'s6"'x,o, eoi."'xsx°'s°'xxe'°-& '°9'°°'°',o'°.,,sx°' 

X ,o, ~,o, o, . . . 
• • . . .. 

~ . . 
" • • ,. 
• 
~ .. 

••••• Co K 
--- OK 
=MgK 

-TiK 

2 3 4 5 6 7 8 9 10 11 12 13 14 

Distance (run) 



AMPEREX Ex. 1002 
Page 166

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

FIG. 33 

4,7 
45 
4-3 

>..,,,,,,, 4.1 •,. 
~".>--

3.9 •,..,.,., .. • 

0 
t',V 3.7 ~ 

-.;,., 

3,.5 """"' ,,, 

> 3.3 
3:1 
2.9 
2.7 
25 

0 



AMPEREX Ex. 1002 
Page 167

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

34./58 

FIG. 34 

4--7 
45 
43 
4.1 
3 .. ,9 

.,~: 

3.7 > ,_.. 
~ 3,5 
~~ 
~ 3.3 ··--- 3.·i .... 

;>· 
2 ,.. .ti 

2 . .7 
2 i; ,~,~ 

{"\ u 50 200 250 300 



AMPEREX Ex. 1002 
Page 168

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

35/58 

FIG. 35 

> 90 "' 
¥ 
<~ 

s:: - s~"" I<' 
@ ~ 

v 
'O -> > 70 "' ~ 
~ ~ w -:i t:: 5r~ w ~ V ,,, 

w ~ 
.£: ,~ sn ¥ ,. 

m V 
¼» 
0 .c 
~} 

V 
i.{0 M ~ 

,. 

t! C 

I w s:: E 30 ---Samp!eOi .E 
w, ~ 

¥ 
~~ J ;~ ID 2'"" © .£: v 

~ M I Samp!e05 ID ~ ,.:·,e,:,, ,:,,~ ~ 

~ m iD ,'V N' i 

0 ' ' 

0 10 20 30 40 50 

Cyde {times) 



AMPEREX Ex. 1002 
Page 169

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG. 36 

110 

• 

0 
D 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

--Samp!e01 
.,,,,,,,,,,,, Sarnp!e02 

--- Samp!e03 
~AA-,--~-- Sarnp!e04 

20 

36/58 

30 4-0 50 



AMPEREX Ex. 1002 
Page 170

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 



AMPEREX Ex. 1002 
Page 171

POSITIVE ELECTRO DE ACTIVE MATERIAL , METHOD FOR AND SEC MANUFACTURI 
Semiconductor ~NDARY BATTERYNG POSITIVE ELECTR 

New CooUo":::;;I \~~~!ocy Co., Ud. ODE ACTIVE MATERIAL 
2-2003004 ' 

~fterT', . , , ·. ' ' !lffl!ing IS..,, . ~/1¾! 
AG ·· •.. ·· ... ·, . .ireon 

9 38.A 

FIG~ 38E1 



AMPEREX Ex. 1002 
Page 172

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FiG« 3901 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

•■•*=t· ---~~ ••• -l■ .. ~:::'=:::::;ti~il@!,.., ffi':::: ··❖ 
r-}~·.:f\~~Tuf&l■. ii&::=::::::'ili::cccc,t,,cc," 

II : ~ ~~:-~~~~:. : 
._-

FIG. 39E2 



AMPEREX Ex. 1002 
Page 173

POSITIVE ELECTRO DE ACTIVE MATERIAL , METHOD FOR AND SEC MANUFACTURI 
Semiconductor ~NDARY BATTERYNG POSITIVE ELECTR 

New CooUo":::;;I \~~~!ocy Co., Ud. ODE ACTIVE MATERIAL 
2-2003004 ' 

after M::<r k.- < •• «:~ '£;' . ·~•~'1jlf (& . ' . ..,,,,..a 
Fl G, 40A mpl..07) 

~ . 

...... ,--:~~,~I 



AMPEREX Ex. 1002 
Page 174

m 
0 
X 

1 :Surfao➔ of the 
particle 

6:Cract, potion: 
Depth of 

approximately '.3000 
nm 

.. , . , ... ·., ·., ... -. , .. '-~ 

.. . .. -.--:-::J 
,;;;,-..;;i-;";y~;.J,,0,;..:,;.I';-';;..,;,.;~:/' . 

., ... , .... -1 :Surtacf¾ of the 
parfa.:!e 

2:Crack potion: 
Depth of approxirnately 

20nm 

3:Crnck pntbn: 
Depth of appmxlmateJy 

50{) nrri 

4:Crnck potbn: 
D ,., f , t l ,;fJptn o approx1ma e y 

1000 nm 

b:Crnck potion: 
Depth of approxirnate!y 

2000 nm 

A·f'',-,:-:w,t,- nr,1-i,•,r•' 
,.-)'·,,V~ ~;-,:vn "{~,,.)~_~.,._/ ~. ~ 

Depth of t~pproxirnately '. 
aooo nm 

Tl/Co f.a,U,j 
o o o a o 
i:':.:i ,,/4 ,,/4 t<i i--.;; 
0-l O ?...n O tr; 

-u 
0 
(J) 

=i 
< rn 
rn 
r 
rn 
0 
-I 
;:o 
0 
0 
rn 
► 
~ 
< rn 
s 
):> 
-I 
rn 
;:o 

► r 



AMPEREX Ex. 1002 
Page 175

1 :.Surff"lCfJ of the 
partldi:J 

2:Cract potion: 
Depth of appmxirn&rte!y 

2() r1rn 

3:Crad, potion: 
Depth of .approximately 

5~JO nro 

4:Cract potion: 
Depth of appff;xirnately 

1000 nm 

t</lg!Co [a,u.] 
0 Cl O O O 0 
i:':> :...... b tw i.:,, 1,_.n 
O¼?OOC)C.) 

·:.·:,·:,: 
-~'~·-:·:·~,;~·J 

lfj 
ill 
3 
u 
(!l: 
a 
-...j 

G:Crack potion: :1 

D ·i, f ' .i , eptn o appmx1mately · 
3000 nm 

1 :Surface ot ttw: 
particle 

2:Crack poHon: 
Depth of approxirne.frJ!y 

20nm · 

:.J:Lr.ack potlon: 
Depth of appro1,Jrnatt.J!y 

500nrn 

MgiCo (a,u, l 
ClOOClOO 
r;;i :.,.;,.. k:i <.-0 :i,,, t..n 
a o o a o o 

, ........................... ..1 ! .. . 

:,_I r I i •~H 

~ 

m,,1. : : ?:; 
C 

, ............................. 1 

-5:Crack potion: ~ ,.,., ~~~-
Depth of approxirnatf:!y ill 

2000 nm 

6:Cmc!< potion: 
Depth of appmxirnately 

3000 nm 

-u 
0 
(J) 

=i 
< rn 
rn 
r 
rn 
0 
-I 
;:o 
0 
0 
rn 
► 
~ 
< rn 
s 
):> 
-I 
rn 
;:o 

► r 



AMPEREX Ex. 1002 
Page 176

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

43/58 

FIG. 43 

4 .. 8 

4.6 

4.4 

3.4 

3.2 

3.0 

- - 3.0 C 

--- 4.0 C 

······ 5.0 C 

0 20 40 60 80 i00 120 140 "160 180 200 220 240 

Discharge Capacity (mAh/g} 



AMPEREX Ex. 1002 
Page 177

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

44/58 

FIG. 44 
4,8 

4.6 

4.4 

4 >"} .L -~ 4.0 
@ 
m 3.8 ~ ·-.-, 

,j 3J3 

3 ,! .. ~4 

32 

3,0 

--25't 
_,,.0.-;C 

0 20 40 60 80 100 i20 ·140 160 i80 200 220 240 

Discharge Capacity (mAh/g) 



AMPEREX Ex. 1002 
Page 178

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

FIG. 45 

·'100 
~---..... BO ~R . 
,;, ..... --C 

0 80 . 
'..P 
C 70 Q) 
,µ 
~) 

60 0:: " 
>-

50 +,; .. ·zs 
~ 40 a. • 
(',s 

0 30 ,. 
Q) 
~t 
~ 20 ,. 

.-C -Samp!e07 u iO fl..., ,. 
a 0 . . . . . . . ~ . 

0 iO 2n v 30 40 50 60 70 80 90 too 
Cycle (times) 



AMPEREX Ex. 1002 
Page 179

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

, .... ,.,.,.,.,.,.,.,.,.., 

l Mg I 
( ............................. ~ 

X 
0 

en o -r­
m o o 
ci \''"'~ ~ ...... : 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

0 

X 

XSamp!ei1-i7 

0Samp!e21-27 

◊Samp!e31-40 

◊ 
0 

N r>') -tj-· m © f'<... ro m 
00000000 

:,. ). ,; ,.. ~ :,. 

't:'...: ~,,-:, ~............ ~ ...... ,, ~ ........... , ~.......... ~.......... "t:''" 

Li/Co 

0 ~ (\j ('') 
~ ~ ~ ~ 

~,, ... , ~ ........... , ~~''' ~':-''' 

~FIG. 46B 

CL70 

, ................ ] 
L__Ti ____ _ 

O':I O ~ N ('<') 
>m O O O 0 
d ""' .""' ~ ~ 

;; 
' ~ 

0 oo o 
xx><x 

:tr.) 
0 

< 
·,r-

U/Co 

X Samp!ei 1-17 

OSamp!e2i-27 

◊ Sarnpie31 -40 

N 
~ 

< 
~ 

0 
X 

(I,") 
~ 

"I:""" 

~-~· 
~ 



AMPEREX Ex. 1002 
Page 180

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG. 47A 

~ 
:?2' 
3 -100 
E ,.,,,,,., 
> 

¥ 

90 ·~ 
C -~ '#, 

'"P "$!) -t:> 80 t~ 
~~ 
ll} ~ 
ll} .. s 70 oC ~ 
~ k ~- ro 
0 oC 

2 
lo.' 

e 60 ro 
lt,,,c ll} 
C E 0 
¥ ),~ 

C ~ 50 
~ .c 
~ ~ 0 ~ ~ 
'("<" ro --

FIG. 47B 
,_ 
~ 

""""' .c 
3: 
E -~ 
1,$\ 

C 
1ll 

"O 
>-· 
~ 
~ 
t:: 
~ 
~ 

»C .. 
+>f· 

"a 
¢l 

+,$· 

t!. 
Q 
Q ·-~: 
i::: .~ 
·It! 
~-

-* -> 
~ 

X 

~ 
~ 
i::: ·-M 
i;,.· 

m 
,.c 
Q 

15 
~ e ·-~ 
(Li 
4: 
+,$ 

ii 

~ -~ 0 
~ I -

100 

90 

80 

70 

60 

50 
0 

. . 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

5 10 ·15 20 
Cycle [times] 

--Samp!e11 
= = Samp!e·12 
··········· Samp!e13 

--- Samp!e14 

······ Samp!e16 

' \1' ... '·'¾, . . 
~ ... 

' . 
., . . 
• . 
' .. • ' .. • 

' . ·• 
' . . 
·•· .. . • ·-S . • .. • ' • . . 

• 
' • • 

s 10 ·ts 20 
Qyefo [times) 

- - ~Samp!e2·1 

············· Samp!e22 

-Samp!e23 

-= = Samp!e24 

• ..... Samp!e26 



AMPEREX Ex. 1002 
Page 181

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

48/58 

FIG. 48 

110 

90 ,. 

80 i>< 

70 .. 

60 ,. - - Sample11 

-Sample23 
50 . . . 

0 r ,._) 10 ! -15 20 
Cye!e [tknes] 



AMPEREX Ex. 1002 
Page 182

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

49./58 

FIG. 49 

120 

'100 

0 
0 10 20 30 40 50 

Gyde [tlmesJ 



AMPEREX Ex. 1002 
Page 183

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

50/58 
FIG. 50.A 

5.0 

4,.5 

> ~ 4.0 

I :3,5 

i 3.0 

2.5 
0 50 150 200 250 300 

FIG. 508 
5J) 

4J5 

~ 4.0 

I 
.~ 

3..5 .~ 3.,0 

'1 5 ~. 
0 50 ·100 150 200 300 

FIG. 50C 
Capadty [mAhfg] 

5.0 

4,5 

~ 4 .. 0 
!\) 
~: 3.5 :J 
J 3.0 

2.5 
0 50 100 150 200 2.50 



AMPEREX Ex. 1002 
Page 184

POSITIVE ELECTRO DE ACTIVE MATERIAL , METHOD FOR AND SEC MANUFACTURI 
Semiconductor ~NDARY BATTERYNG POSITIVE ELECTR 

New Continu::~~// \a:ro3ratory Co., Ltd. ODE ACTIVE MATERIAL 
2-2003004 ' 

FIG c1c··· 
X VI ~ 



AMPEREX Ex. 1002 
Page 185

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

FlG" 52A-2 
'fl Kttl 

~:::::~~rc~~~~~~~~::::l 

RCf~:~528-2 
OK@l 

AG~ 520~1 ·a" 52C;-2 
AiK«l Co K({l 



AMPEREX Ex. 1002 
Page 186

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

FIG. 53 

S12 

I 

[ $16 

S17 

END 



AMPEREX Ex. 1002 
Page 187

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

54./58 

FIG. 54 

\ 

0 
\ 
284 

288 



AMPEREX Ex. 1002 
Page 188

ACTIVE MATERIAL, URING POSITIVE ELECTRODE MANUFACT METHOD FOR y BATTERY 
ACTIVE MATERIAL, AND SECONDA~aboratory Co., Ltd. 

POSITIVE ELECTRODE Semicoruloctoc Eo;:;;112732-2003004 

New Continua I 

FIG. 55 



AMPEREX Ex. 1002 
Page 189

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

FIG. 56 



AMPEREX Ex. 1002 
Page 190

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

FIG. 57 



AMPEREX Ex. 1002 
Page 191

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, 
AND SECONDARY BATTERY 

FIG. 58A 

FIG. 588 

Semiconductor Energy Laboratory Co., Ltd. 
New Continuation I 12732-2003004 

201 
! 
i 

....... 

' . -·- 4·-,---,~-~,~·1 
\ 
\ 

:-·: <•,,,, ...... ,.,., ... , ....... :,;, ..• ,.,., •.• ··,,.,.,, ... ,,.,., ....... ,.,., ... , ..... ,., •.•• ~,,,.,., .. _, .,,~..;·,:--~·~·~-~-~-~-~-~-~-~-~-~-~-~-~-~-~-1 

I :?.O'l . 

,,•·····•' 
.......... . . ~ . . 

105 

100 
\ 

l 
r' 
\ 



AMPEREX Ex. 1002 
Page 192

PTO/AIN01 (06-12) 
Approved for use through 01/31/2014. 0MB 0651-0032 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 
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"Pai-=r-1'~-1--(37 CFR 1.76)~il-=>f=~ffl&TJtlli:fUlH:1■1iW•(37 CFR 1.63) 
DECLARATION (37 CFR 1.63) FOR UTILITY OR DESIGN APPLICATION USING AN APPLICATION DATA SHEET 

(37 CFR 1.76) 

Title of 
Invention 

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE 
ELECTRODE ACTIVE MATERIAL, AND SECONDARY BATTERY 

Hc~BJl~-C:iV:>-Qfbl;;t. -:::i'€0);:tt:,<.;~1i:iH .. :t-t o 

As the below named inventor, I hereby declare that: 

,tqtWl;;t 
This declaration D 
is directed to: 

~it~n n ,,Q. <V:>-QL ,1;;1: 
The attached application, or 

United States application or PCT international application number 

.tacO)tfliftl;;l:fb El !Ji!'. iV:,-QL ,I;;1:,1,t:,<tflJH~~-9-l.,f:tO)f::J:-:itfit>nt:tO)-C:T 0 
The above-identified application was made or authorized to be made by me. 

fbl;;t*tflillfcpi::oi)1:,:pn-QttttO)§tBJl~. iV:,-QL ,I;;tttttO):f:t:[i'i]~BJl~-C:T o 

15/638,449 filed on June 30, 2017. 

I believe that I am the original inventor or an original joint inventor of a claimed invention in the application. 

*!!W1i=i::;BL 'ti!ilL@:l::J..t~O) $ l.,.ittHr-:it:t;;g-I;;1: 18 U.S.C. 1001 l::J:LJ. ii]Si'i:<V:>-QL 'ii:lli'!i1i.(5)~0)flt(1jjlfiJ. iV:,-QL 'i;;l:-fO)il!liJJl::J:-Qf,]JIIJO)M 
~ttJ-Q;:t~~d)*T o 

I hereby acknowledge that any willful false statement made in this declaration is punishable under 18 U.S.C. 1001 
by fine or imprisonment of not more than five (5) years, or both. 

• .a:.. 
i::i • 

WARNING: 

~Ull~/tfjfi~l;;t ID l§ft~ll/Jlt-QJ:?fJffiA1tff~- ~a'ttflli.fficpl::~*tJL\J:'j, ;i_;t!t:,<~,Jtt'T 0 u~a••~- fflfi □~-~- iV:,-QL'l;;l:?L,,:J•;,t­
;/J-t,:ffl:~O)J:'jfJiffiJAitffO)mtfl Ii (xfbL \~ § l)t)tl-t:. 1jll;7,J.f.<V:>-QL ,I;;t?L,,~•;,t-t.J-t-=1tm~iiE-ffi-C:<V:>-Q PT0-2038 "0)£cA~01191-tL, t) 
USPTO(*~~•H'ti!iHIJT)l;;t, aH'i<V:>-QL 'iitflli$m0)-3~ "t:L'-:>~L 'Jl)~L, tL '1'1t No ;:O)J:"3fJiffiJA1tfftJ< US PTO I::mtfl-t-Q:;:ffiI::~"1f;tt.-Q;:tt:,< 
fJL'cl:?. ~Hi~/tfjJ'itl~li. USPTO I:::;:mtmlfl-t-QAAl::J:<;:t:@L tl-if.>-:it:fa-8'I.l:iLiEL-. tHl1tbl;ff.i:LJ"1f:1tA,o alllll~/tfjfi~l;;t. ~~'ttl:lii:©ac 
U,i"J:@l;;I:. tfjfjl!O)Jafffl. if.,-QL ,I;;1:mH!lti1fi. (37 CFR 1.213(a) O)mti11::-g-JjiL,t:~~'alm$altJ<$al•O)tJf:,\~tJ~n tL '-Q±i-g-fll,il~), -ti:AtJ< 
A cfc. i5J fillt.i:tO)c:t.i:-Q:.tHa-:i tit;;< ~JYJ<<'-> LJ *-t 0 ~,; 1::. tl:lfillltJ<1il1Jl~nt:acU-c:<'->-:i -ct. -f O) t±1fiitJ<1ami~nt:, if.,,QL ,I;;1:tta'ttJ<3c it~nt:tflWi 
g:cp I::~~tL-t~&~n n ,-Qta-B-I;;1:. -ti:AO)A.f.tJ<i5Jfilltt.i:,Qil-g-tJ<if.>LJ1'-t 0 ,J,t;,J.f.;BJ:t,(?1.,,~•;,t-t.J-t-=~~mffi-c:if.>LJ. ~f.L.L, ~ (t]O)f:6')I:: 
titl:l ~nt: PT0-2038 tiitf;;t:±llla77-1' JL,f::I;;1:aa~n ~. l.,f:tJ<-:it-ti:AtJ<A.f.T-Q;:tI;;t-c:~*ttN0 

Petitioner/applicant is cautioned to avoid submitting personal infonnation in documents filed in a patent application that may contribute to identity 
theft. Personal infom,ation such as social security numbers, bank account numbers, or credit card numbers (other than a check or credit card 
authorization fem, PT0-2038 submitted for payment purposes) is never required by the US PTO to support a petition or an application. If this type of 
personal information is included in documents submitted to the USPTO, petitioners/applicants should consider redacting such personal infom,ation 
from the documents before submitting them to the USPTO. Petitioner/applicant is advised that the record of a patent application is available to the 
public after publication of the application (unless a non-publication request in compliance with 37 CFR 1.213(a) is made in the application) or 
issuance of a patent. Furthem,ore, the record from an abandoned application may also be available to the public if the application is referenced in a 
published application or an issued patent (see 37 CFR 1.14). Checks and credit card authorization fom,s PT0-2038 submitted for payment purposes 

~e not retained in the application file and therefore are not publicly available. 

~ BJl ~ 0) :iE:'i.t f~Ai1, 
LEGAL NAME OF INVENTOR 

~BJl~ Sl-t(ff~): 
Inventor: _______ Te_r_u_a_k_i _O_C_H_I_A_I ______ Date (Optional): 

;j-,g: ...,. \ h 
Signature: \ e.,YV. C.... <. i O C.. I C.. 1 

i,il:ll;-: lf:lfjti'f-~~-t-(PTO/AIA/14 c'->~L 'ii-tO)fiil- fflffi) Ii. ~B,110) El3:.!l!ll.itf:$:~{:$:O)tr;,g f~~, *fflffil::iiitT -Q;:t. t.i:t:ln*O)~PJ!:I;:' c!::I:: 
PTO/SB/AIA01 ffljl!fiffflT-Q. 
Note: An application data sheet (PTO/AIA/14 or equivalent), including naming the entire inventive entity, must accompany this fom,, 
Use an additional PTO/SB/AIA01 form for each additional inventor. 
This collection of 1nformat1on Is required by 35 U.S.C. 115 and 37 CFR 1.63. The information Is required to obtain or retain a benefit by the public which Is to file (and by the 
US PTO to process) an application. Confidentiality is governed by 35 U.S.C. 122 and 37 CFR 1.11 and 1, 14. This collection is estimated to take 1 minute to complete, 
including gathering, preparing, and submitting the completed application form to the USPTO. Time will vary depending upon the individual case. Any comments on the 
amount of time you require to complete this form and/or suggestions for reducing this burden, should be sent to the Chief Information Officer, U.S. Patent and Trademark 
Office, U.S. Department of Commerce, P.O. Box 1450, Alexandria, VA 22313-1450. DO NOT SEND FEES OR COMPLETED FORMS TO THIS ADDRESS.SEND TO: 
Commissioner for Patents, P.O. Box 1450, Alexandria, VA 22313-1450. 

If you need assistance In completing the form, call 1-B0O-PT0-9199 and select option 2. 
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~~L -C(t::~L ,0 (1) *ffifflO)JIJUl~ff9 ,Qj!m1a: 35 U.S.C. 2(b)(2)1:9 0 (2) *d)i;nt::ffifflO)m~ti, 
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*m~1=12tt~nt::tifflla:, l'icO)iffi:~ilm El l't-:lt=~L '*9 o 

1. *m~1:::icti~n -CL '-Qffifflli, ffiffl1Hffl5! (5 U.S.C. 552) ;JsJ::{J:f7,( /\:,,-~af5! (5 U.S.C 
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2. *icil:--AT .b.O)i2Sliiffi."~'ilm El l't-JcL -C, ~~~~.:f.lllff(::.;Jslt-Q&~ffl!J,:Hl±"-O)fffl~~,a-d), 
iiE~O)m~cL -C5!R, 7:ffi;=lf!J$, Q.>-QL 'lifii&~=lfljpJj-(::.fffl~~n-Qtl;-@jt.,<;v.,iJ*9 0 

3. *icfJ:,,;i...::;-bi:pO)i2UliilN;'ilffl El l't-JcL -C, icfJl:::fMt9 -Qfflj.A,t.,<~39 -QicfJl::.ML -C, *~~ 
gijl(::.~ti~~i~9 -Qi"l;-@j, fflJ.A,O)fMI-9-~~~~9-Q*~~ii~l:::fffl~~n-Q:f:l-@jt.,<;v.,iJ*9 o 

4. *icff:--AT ,b.tflO)icflliilN;'ilJ:l:l El l't-JcL -C, ~*~~fAfi9 ,Qf::d)l::.tO)ffiffl~~\~C9 -Q, *rr 
O)~*~~~l:::fffl~~n-Q:t:;-@it.,<9.>1,J*9 o tJfflO)~J.i~li 5 U.S.C. 552a(m) 1::.£-:5~, 1974 :f-5 
1 ,,:---;!O)i.Jl'.fE~itj:~Jllff~LtJltnla:tJiJ*ithlo 

5. t~ilf~.1J~*~O)tc1::±1u:~nt::~~:±1u:1::.009 ,Q*12n:--;i...::;-,b.pgO)t2tt1a:, iffi.N;'ilm El l't-:lcL 
-C, t~ ilf thl.i .1J ~$~ I ::.£-:5 ~, tit :W-~ l't-J PJr ~ ti ti MI::. fffl ~ ~ n-Q :f:1-@i t.,< iv.> t.J *9 o 

6. *icfi:--AT .b.O)icfiliiffi.N;'ilffl El l't-JcL -C, ~~~~~Ill (35 U.S.C. 181) (::.J::-Qil}.JI , ;BJ: 
rJ/JiFf.1J5! (42 U.S.C. 218(c) l::.tc-:5(:jl}.JiO) El l't-Jl::.;t:>L '-C, ffgO)ilfBi&R'iftlMl::.fffl~~n-Q 
:f:1-@jt.,<;v.,iJ*9 0 

7. *icS:--7-. .::;-.b.O)ii:!nla:ilN;'ilJ:l:l El l't-JcL -C, 44 U.S.C. 2904 &rJ 2906 r::.£-:5(i2S~Jl11fi 
&rJ:f□ ?'°7.b.O)Q!i~~fi~9 -Qf::d)I:::, *-~~iir.uft'g(GSA)l::.J::iJ, 3;tlfMIO)jtf.EO)-$cL 
-Cfit>n'@icfiO)~~tlMtfll::., GSA '*f::litO)~f~~ .A.l:::fffl~~tl,,Q:t5-@jt.,<;v.,iJ*9 0 .ticO) 
fffl~li, *Ell't-JO)f::d)O)icfi~~~i!'.fE9-Q GSA i!'.fE, &rJMil (GSA iv.,-QL'liiffi:f1!fi) O)ti 
%1::.*~L -Cfit>tl.*9 o t.,,t.,,'@fffl~li, fi.A.~~'.fE9 -Q El l't-JO)tcl::.ilffl~n -Cla:~iJ*it hla 

8. *icfi:--7-. T .b.O)icflliiffi.N;'ilffl El l't-JcL -C, 35 U.S.C. 122(b) (::.£-:5(:±IJM1}fffl~iv.>-QL 'Ii 35 
U.S.C. 151 r::.£-:5<t~~~fi~I:::, -~l::.fffl~~tl,,Q:t5-@jt.,<cv.,L.J*9 0 ~i;r::icfflii!N;'ilffl El l't-Jc 
L -C, 37 CFR 1.14 O)ffilj!JHO)fJf.J'1:, :±llfflf:i{tJ~n -ctf&je~n- *f::lit0)11J:Jit.,<~~l., -c;siJ, ~ 
;t:>t.,v:>tnf.1<0fffll:l:lli1:~!ffl~n -CL '-Q, t~ilf:±ljit.J<-~if~O)f::d)(:::1}fffl~n -CL''@, *f::litt 
~t.i<~fi~n -cL ,-Q:t1€i1a:, -®:1:::1}fffl~n-Q;:ct.i<;v.,iJ*9 0 

9. *icff:--7-. .::;-.b.O)icffli, iffi.N;'ilJ:l:l El l't-JcL -C, *~f~ilfiffi~fj=t.,<, 5!tf~5!i!O)ii&Lt::, iv.,-QL' 
liilttl't-Jl::.ii&t.J<cv.,-Qc=lf!JlffiLt:::1:1-@ili, JlfB, #1, *t::li±t!!n eH~~O)Jl~~l=fffl~~tl,,Q:t5-@jt.,< 
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~ilT-11~-t-(37 CFR 1.76)~i!?tdlffl&VtUi:ff8tti■ltW.(37 CFR 1.63) 
DECLARATION (37 CFR 1.63) FOR UTILITY OR DESIGN APPLICATION USING AN APPLICATION DATA SHEET 

(37 CFR 1.76) 

:§l 1910) ~ Mi 
Title of 

Invention 

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE 
ELECTRODE ACTIVE MATERIAL, AND SECONDARY BATTERY 

HcftBJl~"(if.J,U.ldi. ?~O);:c!::t.><.;f11WL.ac"t 0 

As the below named inventor, I hereby declare that: 

*'.l[~l;l: 
This declaration D 
is directed to: 

ii!ii1~:l1. "n '7-> • .J.,7-, L, 1;1: 
The attached application, or 

■ 
*~:±Ill. N.17->L ,I;1: _____ I=:±1il~:l1.t= PCT ~l!i'!lliffi-ll _____ c!::L. -C:±llli~n -n \-l)t,0>I=1«-c.;n -C 

l."il:T. 
United States application or PCT international application number 

.t !cO>t±JU l;l:f.l. El~. i'->.f>l. 'lifi.t.>t~iB~tf-9-Lf=tO) I=J:?-Cftb:l1.t=tO)"C'T, 
The above-identified application was made or authorized to be made by me. 

f.l.li*tl:liitiq:,l=i'->.;nn.f>tc!::tc!::O>~BJI~ • .J.,{>L \l;):tc!::tc!::O)~lii]§tBJl~"C'T O 

15/638,449 filed on June 30 2017. 

I believe that I am the original inventor or an original joint inventor of a claimed invention in the application. 

*'.§'.~'l=l=.BL 'n!l:•I=!1/AO>Ef!L..tt-C~fi-:it:±lr;g-I;1: 18 U.S.C. 1001 l=J:~J. !il:ttii'->7->L 'l;l:llili3i(5)~0>fitffi!fftl. i'->7->L' l;l:-fO)iilii1i'l=J:-l>filllIJO)~ 
flc!::t~-l,;:.c!::~~cV)1:"t. 
I hereby acknowledge that any willful false statement made in this declaration is punishable under 18 U.S.C. 1001 
by fine or imprisonment of not more than five (5) years, or both. 

• a::. • 
i::i • 

WARNING: 

mm~tt±Jlffl~I;): ID ~HHIJIt-l,J:-5t.i:®I.A. tH~~- f!alftl:ll!.ffiq:,I=~1:t~L 'J:?. ;t;ffl;t.><!£,~"t'T O u~~lfHI'~. fflfil::JllHi~. ifJ{lL \f;):71.,,,:;,;1t­
:;IJ-f.:'1it~O)J:-jfJ®I.A. ~fflO>titl:1I;): (~Jl..L \~ 13 QIJc!::Lt=. /j\~~1,{>L \f;):7L,,~•;1t-:n-t-=flfflW1iEaU:"t"iVJ{l PT0-2038 "'O)ac}.,~~J~c!::L. "() 
USPTO(*OOf!!lfil!Ulli')li. !llliVJ,l,L ,I;1:tt:1,UE$! ffl0>-5~ "t'l. '?~l. ,~:sjtL. -n 'a:it No .:::O>J:'3ft®I.A. ~fflt.>< US PTO l=titl:I "t ,l,afflI=~1::l1,,l,;:c!::t.>( 
fJL 'J:?. i•!ffi~lt±llli~li. USPTO t=•mHttl:1-t 7-illiil=J:<i!tL.. tL.iVJ?t:!lf;l;l:fLiEL.. tUltt:nlftJL)1:ttk. ~-~/tl:lii,Wl;l:. M!lftl:liiO>lc 
UP'J'.i§l;l:, t±JJM0)1}1ffl. iVJ7.>L ,I;1:t,Ulf3li<tlfl;l:. (37 CFR 1.213(a) O>~~ll=f;~L.t:~~1}00E$l!lt.><Ef!ll.O>t.i:tJ,-ct~~n -n ,7->t;f;i~~). -B.A.t.>< 
A-f-AJlillt.i:t0>c!::~,l,;:c!::~~?-c.B<i£,Jlt.>(.J.,LJ1:-t o ~.;1=. tl:l■t.><Ji!tlti~nt=!c~-ca&?-ct. -t-O)ti:ll!t.><~oo~nt=. a&7->L ,I;1:!ltaift.><3'.(i,t~nt=tl:lii 
~q:, I:::~;,if c!::L. -c~&~n -n ,.{i!lf;l;l:. -B.A.O)}.,~tJ(iiJfmc!::f.i:.f>llf;t.><.t:i~J1:"t O ,j,ij]~il'3J:{,(7L,,~•;1t-:h-f-:'*~.mu't'~LJ. :i:tl.L ,13 QIJO)f::cV)I= 
tltl:l~nt= PT0-2038 4li.tliWll77'-1' 11,l=lii!t!:tt~n~. Lt:t.><?-C-B.A.t.><A~"t7-,;:.c!::f;l:'t'~1:1tA,o 

Petitioner/applicant is cautioned to avoid submitting personal infonnation in documents filed in a patent application that may contribute to identity 
theft. Personal infonnation such as social security numbers, bank account numbers, or credit card numbers (other than a check or credit card 
authorization fonn PT0-2038 submitted for payment purposes) is never required by the US PTO to support a petition or an application. If this type of 
personal information is included in documents submitted to the USPTO, petitioners/applicants should consider redacting such personal infonnation 
from the documents before submitting them to the USPTO. Petitioner/applicant is advised that the record of a patent application is available to the 
public after publication of the application (unless a non-publication request in compliance with 37 CFR 1.213(a) is made in the application) or 
issuance of a patent Furthennore, the record from an abandoned application may also be available to the public if the application is referenced in a 
published application or an issued patent (see 37 CFR 1.14). Checks and credit card authorization forms PT0-2038 submitted for payment purposes 
are not retained in the application file and therefore are not publicly available. 

~DJl~O)]Ej\'.~~ 
LEGAL NAME OF INVENTOR 

~DJI~: Bit(ff;ffi;): 
Inventor: _____ T._a_k_a_h_ir_o_KA_W._'A_KA_M;I _____ Date (Optional): 

cT:ll'J/\vo 'c...J }-[~-~-1~ 1,, -~: 
Signature: 

ii~: tf:IJS7-1!~-t-(PTO/AIN14 jJ,l,L ,I;1:,t, :,rF,lH!J!fl~) l;l:, ~BJIO) 13 ~~.ttf.t::i:f.t;O>dt,~ !'~It). ;$;ffl~l=ii!ii1T ,l,;:c!:: 0 t.i:~~;'f-O)ftBJI~ ~ c!:::I::: 
PTO/SB/AIA01 !flti~fl!fl"t7.io 
Note: An application data sheet (PTO/AIA/14 or equivalent), including naming the entire inventive entity, must accompany this fonn. 
Use an additional PTO/SB/AIA01 form for each additional inventor. 
This collect1on of information Is required by 35 U.S.C. 115 and 37 CFR 1.63. The information 1s required to obtain or retain a benefit by the public which Is to file (and by the 
USPTO to process) an application. Confidentiality is governed by 35 U.S.C. 122 and 37 CFR 1.11 and 1.14. This collection is estimated to take 1 minute to complete, 
including gathering, preparing, and submitting the completed application form to the USPTO. Time will vary depending upon the individual case. Any comments on the 
amount Of time you require to complete this form and/or suggestions for reducing this burden, should be sent to the Chief Information Officer, U.S. Patent and Trademark 
Office, U.S. Department of Commerce, P.O. Box 1450, Alexandria, VA 22313-1450. DO NOT SEND FEES OR COMPLETED FORMS TO THIS ADDRESS.SEND TO: 
Commissioner for Patents, P.O. Box 1450, Alexandria, VA 22313-1450. 

If you need assistance in completing the form. call 1-800-PT0-9199 and select option 2. 
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1974 ~:1"5-1' ,,:,,,-1j3;t (P.L. 93-579)1i, 1t~~tfjjjiiv)-Qt, 'li1t~fl::P:J!T-Q~1-tllffO)mte1::~ill -c, 
1t'.if'.t•tlh'J'iv)f,i.f.:: I ::-9-;{.':)fl,-QJ::?~Jl'.if'.l.., -Cl,\ a::T O lt.::fJ'-:i-C' f/il 5!~.JlO)~Jl'.iE I ::L.,t.::f.J{l, \' """FicO) .=.cti<i;~ 
~icl -c<t::~l, 'o (1) *t•fflO)l&~~ftT -Q5£JJllj: 35 U.S.C. 2(b)(2)-c'T o (2) *d)i;tl,t.::t•fflO)tiiltl;t, 
*.A..O)ff:~-C:T o ~i;1::1;t, (3) *001t~fiffi~iTiJ,.=.O)t•ffl~itmT-Q~ § IY-Jli, 1t~flliMa::t.::l;t1l~~O) 
titfj~mI!l, iv)-Ql, ,,t.:l:T-Qf.::d)-C:T O *d)i;nt.::t•ffl~miltL.,f,i.f.)\-:;if.::~-g-' *001t!fi@i~iTl;ttltfj 
~nt.::-tO)~mim, 1n1-c:~~<to:-Q~-g-ti,iv)1.Ja::TO)-C:, -tO)~~cl -c, mI!O)fT-t;,tJJ1.J, iv)-Ql, ,r;ttfjjjiO) 
~~- iv)-Ql, ,1;t1t~f~t111::~;b-Q.=.cti<iv)1.Ja::T 0 

*mMl::icti~nt.::t.ffll;t, """FicO)il'W;'itm § IY-Jr::ttt, '*To 

1. *mMl::icti~n -Ct, '-Qt.ffllj:, t1iffl000;! (5 U.S.C. 552) BJ::tf:1-5-1' r,:,,,-iia;! (5 U.S.C 
552a) iJ{!f@T-QtE!ffll::;t-3t, ,-ct?UMt&t, ,ctto:1.Ja::T O *~ift:,,, AT .L.,.O)iciftfj:' *iciftO)lffljf-tJ,t1i 
ffl0005£:-c'~*~n -Ct, ,-Qf.J\:S:f.J,~=¥1JffiT-Qf.::d)I::, 'a'.! 5!~1::00-;r-~t'l,-Q~-g-f.J,iv)LJa::T o 

2. * ic ii:,,, AT .L,. 0) ic ift lj: ii 'W;' it m § IY-J c L., -C , 7f-~ ~ ;i ~ Iliff I:: ;t-31 t -Q & ~ {ijlJ:tHI ± "'0) 00 7f-~ "a cit) , 

~iE~O)m7f-cl -c5tff, 7•*'1$, iv)-Ql, ,1;tfii&1t=¥1JfiJrr::007f-~n-Q~-g-iJ,iv)l.Ja::T 0 

3. *icfft:,,, AT 1,. cpO)icill;tii"W;itm § IY-Jcl.., -c, ~ii,::P:J!T-Qi~ )._tJ,~.rd3T-QicUI =~ l -c, *00~ 
ai~l=~m~~ilT-Q~-g-, @.A.,0)~-9-~~~lT-Q*OO~ai~l::!ffl-;r-~l'l,-Q~-g-f.),iv)l.Ja::T O 

4. *icfft:,,, AT ..l,. cp O)iciftlj:il 'W;'itm § IY-Jcl.., -C, ~*~~fJJ.fiT -Qf.::d)(:: -f O)ttfffl~~'~CT-Q, *ii= 
0)~*~~~1::00-;r-~t'l,-Q~-g-f.J,iv)LJa::T o ttffflO)§tI!~lj: 5 U.S.C. 552a(m) 1::£-:5~, 1974 -J'"5 
-1' 1 \:,,,-5!0)~Jl:JE~i4~lllff~l..,~ltnlito:1.Ja::-tt-lvo 

5. 1t!ft~ t.J ~*~0)-tc-c:tfjJ~i,~~nt.::oo~tfjfil::i?llT-Q*icU:,,, AT 1,. pgO)ictirt, ii"W;itm § IY-Jcl 
-c, ~!ft~;tJ~*~l::£-:5~, m-:W-~IY-JpJr:fiitlffl!l?lJl::OO-;r-~t'l,-Q~-g-f.J,iv)l.Ja::T o 

6. *!cU:,,,.A T ..l,.O)icUl;til"W;itm § IY-Jcl.., -C, oo~~~iill! (35 U.S.C. 181) (::J::-Q:jij.J! , BJ: 
tJJj-=f-jJ ;! (42 U.S.C. 218(c) 1::-tc-:5(:jijiifI!O) § IY-Jl::;t-31, ,-c, it!!O)ilffii&R:fffl!P:Jll::00-;r-~t'l,-Q 
~-g-iJ,iv) 1.J a::T o 

7. *acift:,,,.A T kO)iciftl;til"W;itm § IY-Jcl -c, 44 u.s.c. 2904 & tJ 2906 1::~-:5<icUtgI!fflfi 
&tJ-J'□ -1'-5.L.,.O)&~~fft!iT -Qf.::d)(::, *-rut~liJaH~:'§' (GSA)l::J:: 1.J, 3ffl!P:JIO)j!tff:O)-~cl.., 
-Cfi;bt'l,-QiciftO)~:i!tffl!P:Jlcpl::, GSA , a::t.::lj:-fO)~tl!i:g .A..l::!ffl-;r-~l'l,-Q~-g-f.),iv)l.Ja::T o ..tacO) 
fffl-;r-li, *§IY-JO)f.::d)O)icU~:i!t~~Jl'.if'.T-Q GSA ~!'.if'., &tJP:llil (GSA iv)-Qt,,(j:iffi~~) O)tl!i 
't'l=~~L., -Cfi;bna::T o ti\tJ\-Q!ffl~l;t, @.A. ~1t'.if'.T-Q § IY-JO)-tcl::itm~n -Cl;tf,iLJa::-tt- lvo 

8. *~il':/AT .L.,.O)acUl;til'W;'itm § IY-Jcl.., -C, 35 U.S.C. 122(b) 1::£-:5<teM0!ffl~iv)-Ql, \(j: 35 
U.S.C. 151 l::£-:5<1t~~fi~I::, -~l::OO~~t'l,-Q~-g-f.),iv)LJa::T o ~1:>l::iciftliil"W;itm § IY-Jc 
l.., -C, 37 CFR 1.14 O)~j!JHO)~f.J\-C:, tfj)jitJ,ta:~n -c-tl&~~n, a::t.::lj:-f O)mJ!iJ,~;~l.., -C;f-31.J, f,J. 

it-3f.J\'·=>-tnti,0rmtfjlffl-c:~!ffi~n -c1, ,-Q, ~!fteMf.i,-~~:1:0)t.::6b1::0oo~n -c1, ,-Q, a::t.::1;ttt 
afil'~fi~n -Cl, \-Q±:1-g-1;t' -rut I:: 1}fffl~t'l,-Q;:CiJ'iv) 1.Ja::T 0 

9. *icfl:,,,A T ..l,.O)icUli, iffi',!j!;itm § IY-Jcl.., -c, *001t[-fiffi~JTiJ', 5!ft~;!~JlO)ji,&L.,t.::, iv)-Ql,, 
lj:;ff:(f IY-Jl::ii& il'iv)-QC=FIJffiL.,t.::~-g-r;t, ilffi, #L a::t.::lj::tf!r15 El ;t~O)~~~l=fffl~~l'l,-Q~-g-tJ, 
iY.> 1.J a::T o 
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PTO/AIN01 (06-12) 
Approved for use through 01/31/2014. 0MB 0651-0032 

U.S. Patent and Trademark Office; U S. DEPARTMENT OF COMMERCE 
Under the Paoerwork Reduction Act of 1995, no oersons are reauired to resoond to a collection of information unless it contains a valid 0MB control number. 

$a-;:-11~-H37 CFR 1.76)~ff-::it::Wffl.lilliUHHlt±llitilW.(37 CFR 1.63) 
DECLARATION (37 CFR 1.63) FOR UTILITY OR DESIGN APPLICATION USING AN APPLICATION DATA SHEET 

(37 CFR 1.76) 

~l!JjO)f.f'I, 
Title of 

Invention 

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE 
ELECTRODE ACTIVE MATERIAL, AND SECONDARY BATTERY 

~E~~W-c'N.,ia~.-::>~O)~c:~Gf~~LaT. 
As the below named inventor, I hereby declare that: 

*~WI;!: 
This declaration D 
is directed to: 

;;J:;f-;f-¢:h "CL'i. N.,il'l;I: 
The attached application, or 

United States application or PCT international application number 

J:. icO)til/iil;l:aEI !it. i!f;il 'l;l:ll.d:J<ttmfB!-9-Lt::tO) 1:.J:-:i·ntt.i:ht::tO)-c'T 0 

The above-identified application was made or authorized to be made by me. 

g1;1:*tl:llil1i'cJ:ll:.a1.>Gt.l:hitctc:O)~BJl3. N.,il '1Hctc:O)~fi'il~BJl1,-c'T. 

15/638 449 filed on June 30. 2017. 

I believe that I am the original inventor or an original joint inventor of a claimed invention in the application. 

*~~31:..BL '-Ci!&:@:1:./t~O)l'fl LJ'.r-CHt-:it::t;~l;I: 1 B u.s.c. 1001 1:.J: LJ. fil<fii!f;il ,1;1::!;:;!i1i.(5)~0):tJtflil!fil. i!f;il \l;l:-fO)r,lij:;>'jl:.J:iii!lllJO)~ 
~.i::t.i:1~.i::frn11naT. 
I hereby acknowledge that any willful false statement made in this declaration is punishable under 18 U.S.C. 1001 
by fine or imprisonment of not more than five (5) years, or both. 

e.a:.. 
Ii=I • 

WARNING: 

ill.ii3ttl:l.U31;1: ID ~HflllJlt7.JJ:-jtJiffi!A1tfflf. tt~tl:l.ii.ftcJ:ll:.~atJL'J:-3. ii.fft.i<~,Jl-c'T, U~iilltffi~. Wff□ l!fffi~. N.,7.JL ,1;1:-71..,:}•;.,l­
:t.J-t.:ffi~O)J:-jtJ@IA 1'UfO)fltJ:ll;I: (:it.t.L 'f 13 tttlc:Lt::. 1J,i;1J-Fi!fJil'l;l:?\..,~•;.,t-:t.J-t.:flfflallail:1ift-c'a1.>i PT0-2038 "O)!cJ..f~~a -C) 

USPTO(*~~tlfiSi~IT)l;l:. a.iiN.,iL ,1;!:t±l.iil'flafO)-j;l-c'L '-:>¢l 'Jl*L n '*it lu. ~O)J:-jtJ@I Ai1fflt.i< USPTO l:.fltilT 7.i1iftl::::~•:n7.i~c:t.i< 
tJl, 'J::?. iUliW/tl:lliAWl;J:. US PTO 1:.1tftff£t±lT iiiiil:.J:<;.tffL. tLi!fJ-:it::t;~l;J:UIEL. ~;!!11t:tal;ftJLJa1t1u. aH'iW/tl:lll!Wl;J:. mlftill'iO)!c 
lll19~1;1:. tJ:lJtliO)'l}IJI. ilf;7.Jt, ,1;1:,tiHcftttlt. (37 CFR 1.213(a) O)J;l!,ffilJl::::~ttLt::~io'l}IJll'flat.i<l'flff1iO)f,;:;/J,-c'tJ¢:h n ,7.it;~fltti!l. -ti:At.i< 
A -F 'j;JfretJtO)c:f.i:7.i~c:f~-:, -C.B<~,Jlt.i<N.,LJaT O ¢G 1:.. tJ:j jjl;/J<,&:j{¢:ht::!cff-c'N.,-:, -ct, -f O) t:l:li'if.1<1} lffi¢:ht::. i!fJil, ,1;1:~Blf f.1(3'.c f-;f-¢:ht::tl:l ii 
:ScJ:i1::::~~c:L -c~ .&.¢:h n ,~t;s1;1:. -ti:AO)J..-Ft.J<iiJ'trettJ~ta~t.i<i!fJLJaT. ,J,i;1J-F.BJ:U-7v:>•;.,t-:t.J-t-!'•Wffl~t'ilfJLJ. :i:t1.t., 13 aqO)t::dJI:. 
mw ¢:ht.: PT0-2038 ffiitl;l:tl:l.Q771' JL,l::::l;l:!¥};¥¢:h "f. Lt::t.i<-:i-C-A!!Af.l(J..-FT ~~c:l;l:-c';!•-tt lu, 

Petitioner/applicant is cautioned to avoid submitting personal information in documents filed in a patent application that may contribute to identity 
theft. Personal information such as social security numbers. bank account numbers, or credit card numbers (other than a check or credit card 
authorization form PT0-2038 submitted for payment purposes) is never required by the US PTO to support a petition or an application. If this type of 
personal information is included in documents submitted to the USPTO. petitioners/applicants should consider redacting such personal information 
from the documents before submitting them to the USPTO. Petitioner/applicant is advised that the record of a patent application is available to the 
public after publication of the application (unless a non-publication request in compliance with 37 CFR 1.213(a) is made in the application) or 
issuance of a patent. Furthermore, the record from an abandoned application may also be available to the public if the application is referenced in a 
published application or an issued patent (see 37 CFR 1.14). Checks and credit card authorization forms PT0-2038 submitted for payment purposes 
are not retained in the application file and therefore are not publicly available. 

~l!ll30)IE'f(;B::~ 
LEGAL NAME OF INVENTOR 

§'tEJlW: 8 ft(ffff): 
Inventor: Mayumi MIKAMI Date (Optional) : 

Signature: 

il~: lfjji-f-?y-l-(PTO/AIA/14 i!f;~~'lcl:-fO)f,iJ~fflffi) lcl:, ~BJlO)EI ::t4!tl:i:$:i:f.$0)1f/!~ f3dJ. *fflffil:.iiitT~~c!::, tJ~JU,eO)§eBJIW.=' c!::I:. 
PTO/SB/AIA01 ~IUJla-i!JllT~. 
Note: An application data sheet (PTO/AIA/14 or equivalent). including naming the entire inventive entity. must accompany this form. 
Use an additional PTO/SB/AIA01 form for each additional inventor. 
This collection of information 1s required by 35 U.S.C. 115 and 37 CFR 1.63. The 1nformat1on 1s required to obtain or retain a benefit by the public which 1s to file (and by the 
USPTO to process) an application. Confidentiality is governed by 35 U.S.C. 122 and 37 CFR 1.11 and 1.14. This collection is estimated to take 1 minute to complete, 
including gathering, preparing, and submitting the completed application form to the USPTO. TI me will vary depending upon the individual case. Any comments on the 
amount of time you require to complete this form and/or suggestions for reducing this burden, should be sent to the Chief Information Officer. U.S. Patent and Trademark 
Office, U.S. Department or Commerce, P.O. Box 1450, Alexandria, VA 22313-1450. DO NOT SEND FEES OR COMPLETED FORMS TO THIS ADDRESS.SEND TO: 
Commissioner for Patents, P.O. Box 1450, Alexandria. VA 22313-1450. 

If you need assistance In completing the form, call 1-B0O-PT0-9199 and select option 2. 



AMPEREX Ex. 1002 
Page 197

1974 ~:171' ,~'Y-iiEI~ (P.L. 93-579)1i .. ~f-ftelii1'J~L 'littr-tl=Bfl9 ~~f-tflffiO)ffH:l:ll=OOilL -c .. 
~~1lllh'J<i1')tJf=l=4~G.n~J:-3m~L "(l, '*9 0 LtdJ<-:,-C .. liiJ;ti!O)i!~l=LtdJ<l, , .. ""FicO).:.ciJ<G!: 
~icL -c<t::~L ,0 (1 > *11ffflO)J&~!:ff9 ~stmrt 35 u.s.c. 2(b)(2)-e9 o (2) *&0Gnt=1fffflO)m#trt .. 
*.A.O)ff:@:--C:9 o ~Gl=li.. (3) *~ftf-fitlitlfriJ<.:.0)1ffffl!:ilffl9 ~~ El 1¥Jli .. ~~ilfililM*f=liftilfO) 
mte!:m!IL .. i1J~l, 'liif:it9 ~f=d)--C:9 0 *d)Gnf=1ffffl!:mi~LfJt.,,-:,f=:ti~ .. *~~~ilfitlifflfrlitlte 
~nt=tO)!:mll .. =1:1t-e'!tJ:<tJ~~~t><11JLJ*90)--C: .. -fO)~~cL -c .. mlfO)fT1=>-;TJLJ .. i1'J~l, ,rt:±1.lffiO) 
~• .. 11J~L ,1t~tilf'=t:J.t1=~:t.>~.:.ciJ<11JLJ*9 0 

*ffl~l=ic-~nf=1fffflli .. ""FicO)il"milffl El IY-:!l=~tH '*9 0 

1. *ffl~l=icti~.n -CL '~1fffflli .. tffffl1}1Jf);! (5 U.S.C. 552) ;t:,J:lj:f7--( 1\-y-i¥~5! (5 U.S.C 
552a) t><ilf~9 ~ii2rm1=;t:,1, ,-cfifl1$t.&L ,ttJLJ*9 o *ictt'YA T .L..O)iciJli .. *icttO)lfflmiJ<1ff 
ffl1}1ffl5t-e~*~n -c1, ,~t.,,:s t.,,!:=¥-IJ lffi9 ~ f=/1)1:. .. ii.I 5!1'i 1 :.lfflm~.n~t;~t><i1'J LJ *9 0 

2. *iciJ-YAT .b.O)~ftliil"milffl § IY-JcL -C .. m~:X~.:flllnl=;t:,It~&~tQ1J#al±"'-O)lfflm!:~d) .. 
iiE~O)mmcL -C;!}f .. i7.fl] ... i1J~l, 'lifiil&~=¥-IJPlrl=lfflm~.n~:ti~iJ<11JLJ*9 0 

3. *lctt-Y AT ,L..cpO)icftliil"M"ilffl El 1¥JcL -C .. icilJ:.Bfl9 ~il.A.t><~s9 ~lcttl=BOL -c .. *~~ 
~~,=~m!:~i'A9 ~:ti~ .. @.A.O)Bfl4!:~~9~*~~~iRl=lfflm~.n~:ti~iJ<11JLJ*9 0 

4. *iciJ-YAT .b.cpO)icttliil"milffl El IY-JcL -c .. ~*g!:V,.fi9 ~f=&01=-f0)1ffffl!:!l?:,~c9~ .. *IT 
O)~*g¥:ffl:.lfflm~.n~:ti~fJ<11JLJ*9 o 11ffflO)~J!:ffli 5 U.S.C. 552a(m) 1::£-:5'! .. 1974 :f7 
-1' 1\-y-;!O)m~~i~!:lliff~LtJlt.nlifJLJ*t!lvo 

5. ~lilft~jJ~*gO)tc-e:±111~.nf=~~:±ljjl::Bfl9 ~*icft"YAT .b.P-JO)iciili .. il"M"ilffl El IY-JcL 
-c - ~filf~il~*':H=£-:5'! .. ti!:W-~IY-:!Plr~tlflMl:.lffl;r-~.n~:ti~fJ{11JLJ*9 0 

6. *iciJ-y AT 1..0)iciJliil"milffl El IY-JcL -C .. ~~~~i¥1lt (35 U.S.C. 181) l:.J:~flflfll .. ;t:,J: 
'(f.JiiFf il;! (42 U.S.C. 218(c) l:.tc-:><M•lfO) El 1¥11::;t:,t, '-C .. 'ft!!O)il~il&Jf.ff!Bfll:.lfflm~.n~ 
Ji~fJ{11JLJ*9 o 

7. *iciJ-YAT .b.O)icftliil"milffl El IY-JcL -C, 44 U.S.C. 2904 :&U 2906 r=£-:5<icft~Ilfflfi 
&u:t□-?"7.b.O)~~!::Jt~9 ~f=d)I:. .. *-ttfilililmi:a'§'(GSA)l:.J:LJ .. s•BflO)Jtff O)-ffBcL 
-Cfi:b.n~icttO)~jfflBflcpl=, GSA .. *f=li-fO)t#tf~~ .A.l=lffl;r-~.n~:ti~iJ{11JLJ*9 0 ..ticO) 
lfflmli .. *EIIY-JO)f=&00)icft~it!:i!:JE9~ GSA~!~ .. &UBflil (GSA i1J~l,\lj:~:ffi1'i) O)ffi 
~l:.~~L -Cfi:b.ti,*9 o t.,,t.,,~lfflmli, il.A.!:f~~9-Q El IY-JO)tcl=ilffl~.n -ClitJLJ*t!lvo 

8. *icft"YAT .b.O)icftliil"M"ilffl El IY-JcL -C, 35 U.S.C. 122(b) r=£-:5<:±IJM1}1ffl~i1'J~l, 'Ii 35 
U.S.C. 151 r:.~-:5<f~ilf~fi~I= .. -~1::1fflm~.n~:ti~fJ{11JLJ*9 0 ~Gl:.icttliil"milffl El IY-Jc 
L -C, 37 CFR 1.14 O)ffilJmO)tJfJ'--C: .. te■iJ<tJ~n -ctt&-~n .. *f=li-tO)mJliJ<~5;R:L -C;t:,LJ .. fJ: 
;t:,fJv·:>,t.nfJ<1}1ffll:f:l■-e~!ffl~.n -Cl-,~ .. t~ilfl±l■t><-~=l:itO)f=&01::1}1ffl~.n -CL,~ .. *f=lif~ 
ilf t><~fi~.n -c1, ,~:t;~rt, -~r= 1} im~n~.:.ciJ<cv.> LJ *9 0 

9. *icft"YA T .b.O)iciili .. il"milffl El IY-JcL -C .. *~~ilfitlitliTiJ<, 5!tff.:>;!~!O)~&Lf=, i1J~l,' 
liMttlY-Jl::~&t><i1'J~c=¥-!JlffiLf=tl~li, ii~ .. #1, *f=li:ftjj §;t~O):'~~l=lfflm~n~:t:;~t.,< 
if.> LJ 'a;9 o 
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PTOIAIA/01 (06-12) 
Approved for use through 0113112014. 0MB 0651-0032 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 
Under the Paoerwork Reduction Act of 1995, no oersons are reauired to resoond to a collection of information unless it contains a valid 0MB control number. 

~aT-11~-1-(37 CFR 1.76)~ff-:it::~ffl&U::tliHUlltilittrWa(37 CFR 1.63) 
DECLARATION (37 CFR 1.63) FOR UTILITY OR DESIGN APPLICATION USING AN APPLICATION DATA SHEET 

(37 CFR 1.76) 

~llJlO)~f'J; 
Title of 

Invention 

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE 
ELECTRODE ACTIVE MATERIAL, AND SECONDARY BATTERY 

Hi'.~BJl~-C:S-Qf.i,f;t, -::i~OJ:::.ct.J<Gf~WL.*T a 
As the below named inventor, I hereby declare that: 

:$:Il'.Wli 
This declaration D 
is directed to: 

~ftc:tL n \{,, S{)L 'Ii 
The attached application, or 

United States application or PCT international application number 

..t!i'.OJ t:l:IJill;l;f!. el !lt, S{)L 'ltf&t.J<ttlJHf~-9-l...t::tOJ 1::J:;-:i·n-r:b:tLt::tOJ-C:T a 
The above-identified application was made or authorized to be made by me. 

f!.l;l;:$:t:l:lil-il'+'l::So;:b:tL{)tctcOJ~BJI~, S{)L \f;l;tctcOJ~F,i]~BJl~-C:T O 

15/638 449 filed on June 30, 2017. 

I believe that I am the original inventor or an original joint inventor of a claimed invention in the application. 

:$:Il'.~-itl::it,L '"C~:@:l::~~OJ Ell L..!r-CHr-:it::tl~l;t 18 U.S.C. 1001 1::PJ, !il1iS{)L 'lt:Ai9i.li(5)~0J1itlIHfil. S{)L 'l;l;-f0Jf.lil1.il::J:;{,ii]JIIJOJ~ 
j!.c:t,i:{);::c:~U!8':>*t' a 
I hereby acknowledge that any willful false statement made in this declaration is punishable under 18 U.S.C. 1001 
by fine or imprisonment of not more than five (5) years, or both. -~. IR• 

WARNING: 

~&i'i~/t:l:llii~lj: ID J&'ff~Wllt{,J:;'jtJfflA'itfflf, tl~'ft:l:lli.@q:,l::~*fJL ,J:'3, ;:tffl;t.J<!l1:,JH'T O Uff~llt-~, mm·□ m•~- iliJ{,L \l;l;?l,,~·:,l­
t.J-t-=1i~O)J:;'3fJ@AtJffiO)mt:1:11;t (~J&L\~§ i!(JcL.t::, 1J 1 i;'IJ!f-S{,L \lj:'71.,,-y•:,l-t.J-t-=flffiSE&E:a=ffi-c:S{, PT0-2038 "-OJ!i'.AHH1-cl... "() 
USPTO(*IEtl~'fiffi~rr)l;l;. tUtiiliJQL ,1;tt:1:1JltiEflfflOJ?;t -C:L '-:>cL 1~:lltl... n '*it Iva :::.OJJ:'jfJiffiJA 1lffit.i< USPTO 1::mt:1:1-tQ:a:@1::~*:tt,Q;::ct.i< 
tJL ,J:'3, ~-il~/t:l:IN~l;t, US PTO 1:::a=@~mt:l:lT {,jjiJl::J::<i:!ff:L.., tL.ili:>-:it::t;~l;tiTiEL.., ft;P!tt~l.ttJLJ*1tlva ilN~/1:1:lil~l;t, tl!'ft:l:lNOJai'. 
UP'l~l;l;, t:l:li'iOJ~lffl- il7:>QL 11tmHcftffl;l;, (37 CFR 1 213(a) O)j;!l3li]l::~ttL..t::~F-~lfflEflffit.i<Eflffi:a=O)tJt.i,-etJc:tL n \Qi;~~~~), -ttAt.i< 
A-¥"EJffllta:tOJc:t.i:Q:::.c:Hil-:i-cta<~,~t.i<iliJ,J*-t o c,;1::, t:1:1Nt.i<1i!t!lc:tt.t::i2ff-c:i11:>-:i-ct, -t-OJ t:1:1Nt.i<~Jmc:tt.t::, SQL 11ttt~t.i<!cftc:tLt::tf:lN 
!''+'l=ii'~cL.. -c~.&c:tL n 1Qt1~1t, -&AOJA!f-t.i<i;J~ct.i:Qtl~t.i<iliJ,J*T 0 ,J,i;7J!f-~J:U?v1/'Yl-t.J-t:•WffiML'iv.>LJ, ~J&L 1§ i!(JOJt::8':>1= 
tttf:l~:tLt:: PT0-2038 tlitf;l;tfjj'j::,71' Jt..1::1.1:~~c:tL 1', L..t::t.J<-:i-c-&At.J<A!f-T Q:::.cltL'~*ttlva 

Petitioner/applicant is cautioned to avoid submitting personal infonmation in documents filed in a patent application that may contribute to identity 
theft. Personal information such as social security numbers, bank account numbers, or credit card numbers (other than a check or credit card 
authorization form PT0-2038 submitted for payment purposes) is never required by the US PTO to support a petition or an application. If this type of 
personal information is included in documents submitted to the USPTO, petitioners/applicants should consider redacting such personal infonmation 
from the documents before submitting them to the USPTO. Petitioner/applicant is advised that the record of a patent application is available to the 
public after publication of the application (unless a non-publication request in compliance with 37 CFR 1.213(a) is made in the application) or 
issuance of a patent. Furthenmore, the record from an abandoned application may also be available to the public if the application is referenced in a 
published application or an issued patent (see 37 CFR 1.14). Checks and credit card authorization fonms PT0-2038 submitted for payment purposes 
are not retained in the application file and therefore are not publicly available. 

~BJl~O)iEit]:\';,g 
LEGAL NAME OF INVENTOR 

~BJl1l°: B ft (ff;@:): 
Inventor: _______ Yi_o_h_e_i _M_O_M_M_A _______ Date (Optional): 

Signature: 

ii~: tf:lU-f-11~-l-(PTO/AIA/14 ~~Pl.l:-f(1.)fill~ffij!ft) la:, §!BJl(1.) el :Ulltrl:♦:~1:$:0)$:g~,a-~, *fflMl::ii!ift-t~:::.ca f.i:il'-JJUI0J§!BJl~;::' c!::I:: 
PTO/SB/AIA01 lflj!ft~~fflT ~. 
Note: An application data sheet (PTO/AIA/14 or equivalent), including naming the entire inventive entity, must accompany this fonm. 
Use an additional PTO/SB/AIA01 form for each additional inventor. 
This collection of 1nformat1on 1s required by 35 U.S.C. 115 and 37 CFR 1.63. The information 1s required to obtain or retain a benefit by the public which 1s to file (and by the 
USPTO to process) an application. Confidentiality is governed by 35 U.S.C. 122 and 37 CFR 1.11 and 1.14. This collection is estimated to take 1 minute to complete, 
including gathering, preparing, and submitting the completed application form to the USPTO. Time will vary depending upon the individual case. Any comments on the 
amount of time you require to complete this form and/or suggestions for reducing this burden, should be sent to the Chief Information Officer, U.S. Patent and Trademark 
Office, U.S. Department of Commerce, P.O. Box 1450, Alexandria, VA 22313-1450. DO NOT SEND FEES OR COMPLETED FORMS TO THIS ADDRESS.SEND TO: 
Commissioner for Patents, P.O. Box 1450, Alexandrla, VA 22313-1450. 

tr you need assistance In completing tile form, cal/ 1-B0O-PT0-9199 and select option 2. 
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1974 ~:t:;,< ,,~-flit~ (P.L. 93-579)11, t~alftl:l)Miv)<QL ,1;t~alfl:.P:l)9 -Q~i-UiffiO)m:±H:.M:ilL t, 
t~'.i'Et'~fflfJ<iv)fJ:f.:l::-9-~i;n<QJ::?~Jl'.i'EL -CL '*9 0 Lf.:fJ<-:,t' liil5!~JlO)~Jl'.i'El::Lt.:fJ<L ,_ "f"icO);:.ctJ<i;~ 
~icL t<f=~L ,0 (1) *fflfflO)JOl~~~9 <Q;!~Jlf;t 35 U.S.C. 2(b)(2)1:9 0 (2) *&?i:>nt.:fflfflO)mf~l;t, 
*AO)ff:f:1:9 o ~i;l:.l;t, (3) *~1~alfi@;.fj=t.,<;:_O)t1fffl~fiffl9 <Q.± § 1:t-Jl;t, t~ilftl:llia;f.:lit~alfO) 
l~tl:l~~:E!L, iv)<QL ,1;t:j::ft9 ,Qf;:d)"{:9 0 *&?i:>nt.:fflffl~ti1ltLfJt.,,-:,f.:tl~' *001~!lfi@;.fr1imtl:l 
~nt.:-tO)~~:E!- :M:lt1:~tJ<tJ,Qfl.g-t.i<iv>LJa;90)1:, -fO)~mcL -c _ ~JIO)tr-t:,t7JLJ, cr.,<QL ,rttl:llMO) 
liff~, ir.)<QL \f;t~~lf~~l:.~t.,<Q;:_ctJ<cr.,LJa;9 o 

*fflk:ftl::!~ti~nt.:tlffll;t, "f"a20)iffi.~11ffl § l:t-:11::~L 'a;9 o 

1. *fflMl::icti~n -CL '-Qtlffll;t, tlffl~lm;! (5 U.S.C. 552) iJSJ::[f.:f7,< ,,~-ffi!:~5! (5 U.S.C 
552a) t.i<!lf~9 <Qifilffll::;ISL ,-cti,]f,1Sf&L 'ctJL)a;9 o *12iJ~AT .L,.O)~iJl;t, *icSO)lfflffit.i<t1J 
-~lm5!1:J!*~n -CL \,QfJ,:st.J,~=¥1Jlffi9 <Qf.:dJI::, ii];!~ 1::imffi~n,Qfl~fJ{iv)LJa;9 0 

2. *icS~AT .L,.0)!2Sliii~11ffl § IY-:JcL t, ffi~3'.c~-¥111nl::;ISlt<Q&M-fflHHi±r..O)lfflffi~~d), 
~il~O)tifficL t5!ii, ii':i:=¥11~- cr.,<QL ,rtfii&1t*1Jfi.1r1::imffi~n-Q:t1~tJ<iv>LJa;9 o 

3. *icil~AT kcpO)icSl;tii~fiffl § IY-:JcL t, a2s1::P:l)9 <Qffl.A.fJ<~39 <QicSl::ML t, *00~ 
ii~ 1 =-~t1~J!i~9 ,Q:11.g- _ ffl.A.O) M4~J!m9 <Q *oo~i•~ 1:.imffi~n<Qfl.g-tJ<cr., LJa;9 o 

4. *icS~AT .L,.cpO)icSliii~fiffl § IY-:JcL t, ~~~fP.fi9 <Qf.:dJl:.-fO)fflffl~~,J!c9<Q, *fi= 
O)~~~:ffl::lfflffi~n<Qfl.g-tJ<cr.,LJa;9 o t1ffflO)~Jl:ffl;t 5 U.S.C. 552a(m) l::t!-:5~, 1974 :f7 
1' 1,~-;!0)~Jl'.i'EJ!itj:.~Jl~~LfJ:ltnf;ffJLJa;itlv 0 

5. t~alft~t.J~~O)-tc1:tl:l1M~nt.:~~tl:llil::M9 <Q*icii~AT kP-JO)iciJl;t, ii~flffl § IY-:JcL 
-c, t~!lf~t.J~*~':.t!-:5~, ttt:W-~e>.:JfiJr~-tt•M1::1mffi~n-Q11.g-tJ<cr.,LJ*9 o 

6. *iciJ~ATk0)!2Sliii~11ffl § IY-:JcL t, ~~3t~ffi!:lll (35 U.S.C. 181) l::J::<QM:ffl:JI , iJSJ:: 
[f.Jffi -=f-1.J5! (42 U.S.C. 218(c) r:.-tc-:5(:jij:5:£!0) § IY-:11:.iJSL ,-c, it!!O)ilffli&R'fUIMl::lfflffi~n<Q 
fl .g- t.,< er.> L J a; 9 o 

7. *12S~ATkO)i2Sliii~fiffl§l:t-JcLt,44 U.S.C. 2904 &U 2906 l:.t!-:5<12S~JltJHr 
&u:t□ ~i'7.L,.O) &~~ti~9 <Q f.:d)I::, *-~!f.];il}iij~ 'g(GSA)l::J:: LJ, 3UiP:lJO)J{i~O)-$cL 
tfit.>n-QicSO)~:ftUl!Mcpl::, GSA 'a;f.:li-fO)~t~16 .A.l::lfflffi~n-Q:11.g-tJ<9.>LJa;9 0 J:.icO) 
lfflffil;t, * § IY-:JO)f.:dJO)icS~:lt~~JtiE9-Q GSA ~Jl'.i'E, &UM:il (GSA cr.,<QL ,f;ti@;n:~) O)t~ 
~f::*~L tfit.>na;9 o D'D'-Qlfflffili, il.A.~1~'.i'E9-Q § IY-:JO)-tcl::fiffl~n tf;tfJLJa;it lvo 

8. *ic~~AT kO)icSliii~fiffl § IY-:JcL t, 35 U.S.C. 122(b) 1::£-:5(tl:lli~lffl~cr.,-QL ,1;t 35 
U.S.C. 151 1:.£-:5<t~alf~fi~I:., -~1:.1fflffi~n-Qti~f.J<9.>LJa;9 0 ~i;l:.AcSl;tii~fiffl § IY-:Jc 
Lt, 37 CFR 1.14 0)$tJ!WO)fJt.,,1:, tl:llit.i<t.i:~n t-t~~~n- a;f.:li-fO)~JlfJ{~~L tiJSLJ, fJ 
}3:1.J,-:>-fn:1.J<~lffltl:llM1:~!ffl~n -CL ,-Q, t~!lftl:lJMtJ<-Jm:j::ffi:O)f.:d)l:.~im~n -CL \<Q, a;f.:l;tf~ 
!lftJ<~fi~n tL ,-Q:11.g-11, -rut1=-~im~n-Q;:.ct.i<cr.,1.J*9 o 

9. *icS~ATkO)ic~l;t, ii~fiffl § IY-:JcL t, *001~!lfi@;.fj=t.,<, 5!~~;!~.JlO)il;&Lt.:, cr.,-QL' 
I ;t ;1-tf IY-:J I:: ii & t.i< <V>-Q c *IJ lffi Lt.: :11.g- l;t, ii ffl, 1TI , a; t.: l;t ti!! 1.r !3 5t~ 0) !l ~~I:. Im ffi ~ n-Q :11.g- t.i< 
iv.) LJ a;9 o 

! 
j 
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PTO/AIA/01 (06-12) 
Approved for use through 01/31/2014. 0MB 0651-0032 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 
Under the Paperwork Reduction Act of 1995, no persons are reauired to resoond to a collection of information unless it contains a valid 0MB control number. 

$~T-11~-l-(37 CFR 1.76)~fl-:,t.::~fflllLCtlfrfUitf:lltitW•(37 CFR 1.63) 
DECLARATION (37 CFR 1.63) FOR UTILITY OR DESIGN APPLICATION USING AN APPLICATION DATA SHEET 

(37 CFR 1.76) 

~llJlCT):8 f#li 
Title of 

Invention 

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE 
ELECTRODE ACTIVE MATERIAL, AND SECONDARY BATTERY 

Hc~BJl:j§-'t'1J7.lfL.l.i. -:)~(7);:-_ct.i<i;,Hl'.WL-*T O 

As the below named inventor, I hereby declare that: 

;$:gf&'l.i 
This declaration D 
is directed to: 

iiHt~:t,,n,7-J. 1:,7->1,,1; 
The attached application, or 

United States application or PCT international application number 

. .Uc0)1±1MItii.e1 Ji!,, "->7->l ,I;f1.n<t1mH~.ey.L,t=-t0)I::J;-:itfi:bnt=-tO)'t'1° o 

The above-identified application was made or authorized to be made by me. 

fl.I.i;$:l±llli!Hl$I::ili)i;,:bn7->-tc!:::-tc!:::O)~BJl~, if.>7.ll ,I;-tc!:::-tc!:::O)~FiiJ~BJl~'t'T, 

15/638 449 filed on June 30. 2017. 

I believe that I am the original inventor or an original joint inventor of a claimed invention in the application. 

;$:gffill::Sl 'ti!ilcf;I::,;t~O)Efl L-.rrtH'r-:it=il'8"I.i 1 s u.s.c. 1001 I::J;,J, !il;i'i1:>7.>l 'lt:6:i9in(5)~0)Jit~lfil, NJ7->t, ,I;-t(l)f.lii;lj'l::J;7.J!il.ll'JO)~ 
~c!:::f.i:7.J;:-_c!:::~~¾l~*-r- 0 

I hereby acknowledge that any willful false statement made in this declaration is punishable under 18 U.S.C. 1001 
by fine or imprisonment of not more than five (5) years, or both. 

•a:. . 
... i=a • 

WARNING: 

ilJM:j§-i:±llffi~lt ID ~t11~1l1Jlt7.JJ;-jtJiffiJA1tffl~. mftl:l/M.ffiq:,I::-a-*tJi, ,J;-j. ;I;l:t.i<rff~'t'T, Uf!.:ij:lltffi'~. S!ifi1JJ1fffi'~. 1:>7.ll 'li?v~·;,l­
t.J-t.:'ffi'~O)J;-jtJfflAtHlO)f£:±1I.i (~Jl..L \~ 13 (lt)c!:::L,t:, i]\i;)J-'F1:>7.>l 'li?i,,~-;,l-t.J-t.:'{t.lllSIJ&Eam-eNJ7-> PT0-2038 ...... O)ga.A~~~c!:::l., t) 
USPTO(*OO~iH'!HIJT)l.i. ffl'i'iiVJ7.Jl, ,I;1±11ffiEflffi(l)-j~ 't'l '?~l '~*L, n '*tt/v, ;:'_O)J;-jtJiffil.A.ltffli:J< USPTO I::mtl:l-r-7->•mI::-a-*:11,7-i;:-_c!:::f.)< 
tJI, ,J;-j, ~·~/l±li'i~l.i, USPTO I::•ffl~m:±1-r-7.>liiil::J;<ittL,, -tl-ili)-:it=t1'8"ItU:iEL,, }Ultt:tal.ftJLJ*tt Iv, aWl'i~/l±IJli~lt, ffaflfjJi!O)ac 
UfAl~lt. lfjfjj(7)1}1ffl_ 1J>o,1, ,,t~!H~itltlt. (37 CFR 1 213(a) (7)'1:i$111::'8"ttL-t=~~1}00Eflali:J<Eflal•O)tJi:)\'{'tJ~:11, n,7->±;.g-~~~). -alt.A.t.J< 
J..-'F;;J~tJt(l)cf.i:7->;:-_cH!l-:itS<£,~t.J<1:, ,J*-t, ~;1::. 1±1i'it.J<1&•~nt=aa"-eNJ-:it-t. -tO)t:l:liat.J<1}1ffl~nt:. 1:,7.,1, ,Itttaft.J<~it~nt=:±1i'i 
ttq:,I::~~c!:::L--c~&~n n ,7-,1:1.g-I;_ -~.A.O)A-'Ft.J<EJ~ctJ7.>l:1'8"t.J<.v.,LJ*-r-, ,J,i;JJ-'FSJ:U?i,.,Y•:it-:tJ-t-=;iii:il:!.lflM't'N>'J. ~J11,, 13 QtJO)t=~t:: 
tl!t:l:l~nt:: PT0-2038 ~itlt:±11177'1' Jl,l::lti¥~~:t,, ~- L-t=i:J<-:it-~Ai:J<A-'FT7->;:-_c!:::lt't'~*1t/v, 

Petitioner/applicant is cautioned to avoid submitting personal information in documents filed in a patent application that may contribute to identity 
theft. Personal information such as social security numbers, bank account numbers, or credit card numbers (other than a check or credit card 
authorization form PTO-2038 submitted for payment purposes) is never required by the US PTO to support a petition or an application. If this type of 
personal information is included in documents submitted to the USPTO, petitioners/applicants should consider redacting such personal information 
from the documents before submitting them to the USPTO. Petitioner/applicant is advised that the record of a patent application is available to the 
public after publication of the application (unless a non-publication request in compliance with 37 CFR 1.213(a) is made in the application) or 
issuance of a patent. Furthermore, the record from an abandoned application may also be available to the public if the application is referenced in a 
published application or an issued patent (see 37 CFR 1.14). Checks and credit card authorization forms PTO-2038 submitted for payment purposes 
are not retained in the application file and therefore are not publicly available. 

~BJj~O):iE:a'.ff;fi 
LEGAL NAME OF INVENTOR 

~BJl~ 8 it (a:@:) 
Inventor: ______ M_a_s_a_hi_ro_T._A_KA_H_A_S_H_I _____ Date (Optional) : 07//q/20/7 
,i-t,: 
Signature: 

!rm~: t±lii-f-?~-l-(PTO/AIA/14 1:,7->1,,I;,tO)f,lJ~JllM) It. ~BJIO)el~~rr.f.$~~0)d'lft,t~.V,, *Jil!ffil:::;KH1-t7->;:-_c!:::, tc1:i!S~1fiO)~BJl~.::'c!:::I:: 
PTO/SB/AIA01 .lflMt~.lllT7->, 
Note: An application data sheet (PTO/AIA/14 or equivalent), including naming the entire inventive entity, must accompany this form. 
Use an additional PTO/SB/AIA01 form for each additional inventor. 
This collection of information 1s required by 35 U.S.C. 115 and 37 CFR 1.63. The 1nformat1on 1s required to obtain or retain a benefit by the public which 1s to file (and by the 
US PTO to process) an application. Confidentiality is governed by 35 U.S.C. 122 and 37 CFR 1.11 and 1.14. This collection is estimated to take 1 minute to complete, 
including gathering, preparing, and submitting the completed application form to the US PTO. Time will vary depending upon the individual case. Any comments on the 
amount of time you require to complete this form and/or suggestions for reducing this burden, should be sent to the Chief Information Officer, U.S. Patent and Trademark 
Office, U.S. Department of Commerce, P.O. Box 1450, Alexandria, VA 22313-1450. DO NOT SEND FEES OR COMPLETED FORMS TO THIS ADDRESS.SEND TO: 
Commissioner for Patents. P.O. Box 1450, Alexandria, VA 22313-1450. · 

If you need assistance In completing the torm, call 1-B00-PTO-9199 and select option 2. 
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1974 ~:17-1' /\~-fj:~5! (P.L. 93-579)1;:t, 1taiftl:lli&-J'@L ,r;t1t!tl::M9 '@)~1-U.ifiO)mt1:11::MilL -c 
1~~fiUlil'f&-JfJf::l::4;ti;.n'@J::.:.HJtl:L -CL '*9 0 Lt::tJ{-:,"'(' IE'];!J!O)~!~f::Lt::tJ{L ,, "'FacO);:,ctJ{i;a­
~ta2L -c<t::~L \0 (1) :;fs:ftfffl0)~.R~a-f!9 '@;!~!r;t 35 U.S.C. 2(b)(2)"'09 0 (2) *d)i;.nt::twfflO)ttH~l;t, 
*AO)ff:i:-C9 o ~i;1::ri, (3) *001ttififfi~fi=tJ{;:,O)t'tfffla-ilm9 '@~ El £r-.Jlt, t~attl:lli*t::1i~at0) 
t.~1:±:la-ml!L, &')'@L ,,;t.~9 '@t::d)-C9 0 *d)i;.nt::t'tiffla-t!if~LfJfJ'-:>t::ii~' *001t!tiffi~fi=limtl:I 
~.nt::-tO)a-mJ!, -~-c~~<tJ'@il~tJ{&-JL)*90)-C, -fO)~~cL -c, mJ!O)}T-fS1;7JL), &'J'@L \fj:tl:l)fflO) 
~~- &'J'@L 'li1t!if~~J.Jr::~;b'@;:,ctJ{&-JL)*9 o 

1. *m*-Ltr::~~~.n -CL ,'@t'tifflr;t, t'tfffl1}1ffl;! (5 U.S.C. 552) SJ::"(}:17-1' ,.,~-~~;! (5 U.S.C 
552a) tJ{tif~9 '@~!fflr::sL ,-cti~.M&L 'ctJL)*9 0 *!2i~~AT .L,.0)!2i~f;t, :;$:i2fJO)lffl~tJ<t~ 
ffl1}1ffl5!-c~*~n -cL ,'@tJ,sn'a-*'Jlffi9 '@t::d)1::, 1SJ;t~1::oo~~.n'@il~tJ{&-JLJ*9 0 

2. *i2ii~AT .L..O)icfiliii'.%1!.lf.l El IY-JcL -C, ~wi~;~~11~1::s1t'@&~ffll]#~±A.O)lffl~a-~d), 
~iim!O)mfficL -C;!}l, 7:ffi:fl]~, &-J{)L ,r;tfi~l<;fl]pJj-l::lffl~~.n'@il~tJ{&-JL)*9 0 

3. :;fs:acf~:,,AT .L,.cpO)icflliii'.%1!.lf.l El IY-JcL -c, actir::M9 '@iffi!AtJ{~~~9 '@BCUl::ML -c, *00~ 
~1~,::~ffla-~~·9-@fi~' iffi!AO)!Mi4a-~!J9 '@*OO~~-~l::lffl~~.n'@fi~tJ{&-JL)*9 0 

4. *!2fl:,, A 7.L,.cpO)f2iiliii '.%1!.lf.l El IY-JcL -C, ~*~a-fJJ.fi9 '@f.:d)f ::-tO)ttfffla-~,~c9 '@, :;fs:fi= 
O)~*g~~l::lffl~~.n'@~~tJ{&-JL)*9 0 t~fflO)§t:J!~l;t 5 U.S.C. 552a(m) r::~-:5~' 1974 7'7 
-1', \:,,-;!O)ffl.~~f4a-ll~~LfJlt.nrt~L)*1:t lvo 

5. ~!ttn:n~*~O)-tc-Ctl:lli~.nt::OO!l!?-tl:llil::M9 7a,:;fs:acj~:,,AT l..,.P-JO)a2iili, il'.%1!.lf.l El IY-JcL 
-c, 1tBtt~:h~*gr::~-:5~, m~~a1Y-JrJr~ttttM1::oo~~.n'@fi~tJ{&-J LJ*9 o 

6. *~fJ:,,AT .L..O)f2~1;tii '.%19!.lf.l El IY-JcL -C, 00~3C~~!If (35 U.S.C. 181) l::J::'@:jij:ifJI , SJ:: 
'(}IJiFr :h5! (42 U.S.C. 218(c) r::-tc-:5<:jij:ifJ!O) El IY-Jl::it-.>L '-C, ft!!O)il~~Jffffl!Ml::lffl~~.n'@ 
~~tJ{&-JL)*9 o 

7. *!2~~A T .L,.O)f2i~liim'.%19!ffl El IY-JcL -C, 44 U.S.C. 2904 &{} 2906 r::~-:5<icU'iJ!fflfi 
& U:1□ ?.-3.L..O)~~a-fft!i"9 '@t::d)f ::, *-1,ra~ilrni~~(GSA)l::J:: L), ~ffl!MO)Jl1f O)-$cL 
-Cfi:b.n'@ac~O)~~t!Mcf:lr::, GSA '*f::lii-0)1.&t~:3 Al::lffl~~.n'@~~tJ{&-JL)*9 0 J:.acO) 
!fflffil;t, :;ts: El IY-JO)f::d)O)!ci~~ita-~!~"9 '@ GSA ~!~, &UMil (GSA &-J{)L 'liiffi?$~) O)}~ 
--%1::*m!L -Cfi:b.tl.*9 o tJ,tJ,'@lffl~l;t, fflAa-1~~9 '@ § IY-JO)-tcl::flffl~.n -Cl;ttJL)*tt lvo 

8. :;fs:icf~:,,A T .L..O)~flliii'.%1!.lf.l El IY-JcL -C, 35 U.S.C. 122(b) 1::~-:5<tl:lli01ffi~&-J'@L ,f;t 35 
U.S.C. 151 (::~-:5<1t!t~fiffl::, -A.1t1::oo~~.n'@:t;~tJ{&-JL)*9 0 ~i;l::icUliii'.%ilffl El IY-Jc 
L-C, 37 CFR 1.14 O)ffi-lJ~HO)fJtJ,-c, tl::l~.i'itJ{tJ~n-C-t1&~~n- *f::li-tO)mJttJ{~~L -Ct-JL), tJ 
;t-JtJ,-:J-t.tl,tJ{1}1ffltl:lli-C~!ffl~.n -CL''@, 1taiftl:llitJ{-~:j:~O)f::d)I:: 01ffl~.n -CL''@, *f::li1t 
!'ftJ{~fi~.n -cL ,'@~~11, -A.1t1::1}lffl~.ti'@;:,ctJ{&-JLJ*9 0 

9. :;fs:!cil~A T .L,.O)fcilli, il'.%19!.lf.l El IY-JcL -c, *001t!tiffi~fi=tJ{, ;!f!f.>;!ffl,O),i&Lt::, &'J'@L' 
r;t;fH:EIY-Jl::;i&tJ{&-J'@C!fl]lffiLt::il~l;t, ii~- ~+1- *t::r;t±t!!JJ §53f*O)f.H~~r::im~~.n'@~~tJ{ 
&'JL)*9 o 
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PTO/AIA/01 (06-12) 
Approved for use through 01/31/2014. 0MB 0651-0032 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 
Under the Paoerwork Reduction Act of 1995, no persons are reauired to resoond to a collection of information unless it contains a valid 0MB control number. 

Eti•T-11~-1--(37 CFR 1.76)fil-=>f=!IUD&t>&UHUll:Hlll:W•(37 CFR 1.63) 
DECLARATION (37 CFR 1.63) FOR UTILITY OR DESIGN APPLICATION USING AN APPLICATION DATA SHEET 

(37 CFR 1.76) 

§ftl!JjO)~JF 

Title of 
Invention 

POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE 
ELECTRODE ACTIVE MATERIAL, AND SECONDARY BATTERY 

7'~2~Bjj~"('iv.)Q~I.I:, ?°!'(7) ::.cf.J< i:>~il''l'L., *i'" o 
As the below named inventor, I hereby declare that: 

*il'l'l.l: 
This declaration D 
is directed to: 

iift~n ·n 'Q, i'-)QL ,1;1: 
The attached application, or 

:111:l!ttilil, i'-,QL'l.l:. _____ l::ttilil~nt:: PCTOO~l!-~ _____ cl., -Cl:l:ll!~n "'(L\,gtO)l::Ji!:-Ci:,n "'C 

L'aaT. ■ United States application or PCT international application number _....!,1>!!.5/J='6~38"",4::<:4"'9'---filed on June 30, 2017 . 

..1::J2(7)t±Jill.l:f.l.13 ~, iJJQL 1I;1:~t.,<~IW~~~L.,t::tO>l::J:-:>"'C fi;l?nt::tO>"t'T. 
The above-identified application was made or authorized to be made by me. 

,.1.I.l:;;!;;t±liHl<fll::i)i:);btl,QtctcO>~BJl~, iJ)QL 1I.l:tc!::tcO)i/tliiJ~l!J'l:!'1:T. 
I believe that I am the original inventor or an original joint inventor of a claimed invention in the application. 

;;!;;1!:W~l::il;,L '"'C~;l;l::!t~O) Ej,l l.,JI"'C!-fi-:>t::t;;g-I;1: 18 U.S.C. 1001 l::J:LJ, !iJ,tfilJ;,QL 11.l::llili3i(5)~(7)Mli!ifil, il,QL 'I.1:-fO)f,!ii:;ljl::J:,gliJJIIJO)~ 
11.c~,g;::,.!:~~d>aaT. 
I hereby acknowledge that any willful false statement made in this declaration is punishable under 1 B U.S.C. 1001 
by fine or imprisonment of not more than five (5) years, or both. 

• a:.. 
1:::1 • 

WARNING: 

~iUll~/t±Jmi~l.l: ID l§ft~abltQJ:?fJ@.A.mffl~. m't'i:llla.fflcpl::3*fJL 1J:?, tt:@;t.i<ie'.,~"t'T Ou~~•-~- fflfi □ J!fffi:~- iJ)QL ll.l:?v~•:,,l-
7J-r'ffi:~(7)J:-jfJiffi]A .-.a0>t1ttil.l: (xf.l.L 1!-13 ff(jcl.,f::, 1J1~.f.iJJ,gL 1I.l:?v~·:,,l-;iJ-j-'.ff!fflilliiE.li"t'il')g PT0-2038 --...O)ga)..fgll~cl., "'C) 
USPTO(*IE1l~ill!~fr)l.l:, !Wliil,QL 1I.l:t:lllii$ift0)?~ "t'L '-:>~L 1,t)jl:l., n '*1tluo ::.O)J:-jf.l:iffilA .. fflt.i< USPTO I::mt:llTQ.1il::3*tl..g::.ct.J< 
tJL'J:-5. ~ftil~!t:lllii:ftl.l:, USPTO r:•ffl~~t:ilTQJliJl::J:<i1;1;L.,, tL.,il,-:>t::!l;g-I;1:zr:iEl.,, t*il!l1t:t..lit;LJ*1tluo aHl:!'lt:llii:!'I.1:, ff&'t'ttiliO>ia 
fii:J;J~l.l:, lfllfflO)~l'lft- iJJ,gL 1I.1:~IH:i-tftl.l:, (37 CFR 1.213(a) O)~~Jl::-B-~Lt::il~~lffl$!U<Ef31J.O)t;t.,1c,>t.,:~n n 1Qi;-B'~~i!'), -BAt.i< 
,\ .f.'ii]'Jmt.i:t0>ctJ:,g::.cf~.,-c~<llZ•~t.i<.t, ,;*-to ~;1::, t1:1■tJ<1ilt•~nt::ai:!tl"t'.t,.,-ct, -f 0> t:lllitJ<~l'lft~nt::, ~-bL, 1;1:~iH<;:m~nt::tti■ 
gi:µI::~"ta, -c-g&~n n ,,g:11ftI;1:, -M1:.A.0>A.f.fJ<'iiJactJ,g!lft1><~,;*-r O ,J,~.f-1:iJ:t.'?v~·,t-t.i-i:*ilfflM"t'.t,,; _ xfJ.L, 13 etJO)t::lbr:: 
mt:ll~nt:: PTO-2038 Mltfcl:Wli7Y1' Jl,l::l.l:f¥~~n-r. L.,t:;iJ<?-C-6:.A.tJ<A.f.TQ;:,Cl.l:"t'i!*ttlu. 

Petitioner/applicant is cautioned to avoid submitting personal information in documents filed in a patent application that may contribute to identity 
theft. Personal information such as social security numbers, bank account numbers, or credit card numbers (other than a check or credit card 
authorization form PTO-2038 submitted for payment purposes) Is never required by the USPTO to support a petition or an application. If this type of 
personal information is included in documents submitted to the USPTO, petitioners/applicants should consider redacting such personal information 
from the documents before submitting them to the USPTO. Petitioner/applicant is advised that the record of a patent application is available to the 
public after publication of the application (unless a non-publication request in compliance with 37 CFR 1.213(a) is made in the application) or 
issuance of a patent. Furthermore, the record from an abandoned application may also be available to the public if the application is referenced in a 
published application or an issued patent (see 37 CFR 1. 14). Checks and credit card authorization forms PTO-2038 submitted for payment purposes 
are not retained in the application file and therefore are not publicly available. 

~IJl:!'O>il:it~~ 
LEGAL NAME OF INVENTOR 

~DJl~: B f.j' (f.E:@;): 

Inventor: _______ A.....L,y_ae"--T-'S;_U'-R_U_~_A _______ Date (Optional): 

Signature: 

ii"t: l:J:j/ti-r-,~-l-(PTO/AIN14 il,-bL 1I;1:,fO)fiij.fflffi) I.l:. ~BjjO) 13 :t4!.trt.$:i:i:$0)1fl!~ ~31:h, ;;j;;fflffil::jjiftj'"f"-b::..!:. f,,:~;'1#.0)~B./l:ff .::° ti:: 
PTO/SB/AIA01 ffll!ll~ff:Jl:lTQ, 
Note: An application data sheet (PTOIAIN14 or equivalent), including naming the entire inventive entity, must accompany this form. 
Use an additional PTO/SB/AIA01 form for each additional inventor. 
This collection of information 1s required by 35 U.S.C. 115 and 37 CFR 1.63. The 1nformat1on 1s required to obtain or retain a benefit by the public which 1s to file (and by the 
USPTOto process) an application. Confidentiality is governed by 35 U.S.C. 122 and 37 CFR 1.11 and 1.14. This collection is estimated to take 1 minute to complete, 
including gathering, preparing, and submitting the completed application form to the USPTO. Time will vary depending upon the individual case. Any comments on the 
amount of time you require to complete this form and/or suggestions for reducing this burden, should be sent to the Chief Information Officer, U.S. Patent and Trademark 
Office, U.S. Department of Commerce, P.O. Box 1450, Alexandria, VA 22313-1450. DO NOT SEND FEES OR COMPLETED FORMS TO THIS ADDRESS.SEND TO: 
Commissioner for Patents, P.O. Box 1450, Alexandrla, VA 22313-1450. 

If you need assistance in completing the form, call 1-B0O-PT0-9199 and select option 2. 
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1974 ._:171' ,,:,.,-{j:~5$; (P.L. 93-579}1i, tta~lliiiN.>~L 'li~!~l::Mi"" ~~1-t~il0Ylillil::OOilL. t, 
~'.i:Etffllh'J{N.,fJ:,f::l::--9-;tG;tl,~J::-j~Jtt:L. ""(l, \"~9 0 L.t::t.J<-:,t, liiJ5!nl©~J!'.i:E'.l::L.t::t.J{l, \, 7're0);::ct.i<G~ 
~i2L. t<t.::~L'o (1) *fffffl©J!Ji~~-fti""~J!~Jlli 35 U.S.C. 2(b)(2)'t"i""o (2) *clbGnt::tftffl©tlmli, 
*.A..O)ff~'t"9 0 ~Gl::li, (3) *litta~i!lH#n=t.i<.::O)tffffl~ilmi"" ~± El 1¥Jli, tt~lliffla:t::lill!~O) 
mlli~mi:IL., N.,~l, 'li~1'f9 ~t::lh't"i"" 0 *lhGnt::tffffl~mf!l:L.~t.J,-:,f:::I:;~ - *OOtti~i!lH#frlifll:fj 
~nt::t©~~If- ¥i!t't"~tJ:.<~~:i:;~t.i<N.>1-Ja:i""©'t" _ -t©~~cL. -c _ m!f©tT-ttJ.JiJ _ N.>~L ,1tlliffl© 
ii§~, N.>~L ,rttti~~t:1.11::~t.,~.::ct.i<N.>1-Ja:i"" o 

*mffi1::reti~nt::tftffl1t. 7'#2©iffi~ilm El 1¥11::~tH '*i°" o 

1. *fflffil::gcti~;ti, tL'~ffffflli, tffffl01ffl5! (5 U.S.C. 552) cf3J::lj:,'5-{,,:,.,-~gl5! (5 U.S.C 
552a) t.i<!~~i""~iulffll::a=31, ,-cti,JtiHJkL 'cfJ:.1-)a:i"" o *gcfj:,.,AT .l..O)gcjlfi, *icU©lffl~t.i<tff 
ffl01ffl5!'t"~*~n -c1, ,~t.i,st.i'~*'Jlffii"" ~t::d:>1::. E'15!~1=lffl~~n~:t1~t.i<N.>1-Ja:i"" 0 

2. *gcU1/AT .L..©#2Uliiffi~ilm El 1¥Jcl... t, ~~~~-¥lllftl::cf31t~&Sc'-tffll]#gi±-".O)Jffl~~~d)­
fil~O):j:l~cl... t5!~- 7¥l1J$, N.>~L ,1trril&itl1JP1r1::lffl~~n~:t;~t.i<N.>1-Ja:i"" 0 

3. *iciJ:;A T .l..cj:JO)gciJliiffi.~ilm El 1¥Jcl... t, gcfJl::Mi"" ~fl.A.,t.J{~39 ~a2ttl::ML. t, *00~ 
aij!lr:::i:m~~iffi"" ~:i:;~ .11.A..©M--9-~~iffi"" ~*oo~aij!ll::lffl~~n~:t;~t.i<N.>1-Ja:i"" 0 

4. *ic~1/A T .L..cj:i©t2i11tiffi~ilm El 1¥lcL. -c _ ~*~~fArri"" ~t::d:>1::-t©tffffl~ie,~ci"" ~- *rr 
O)~~~;ffl::lffl~~;ti,~~~t.i<N.,1-Ja:i"" o tffffl©'.i:Jf:ffli 5 U.S.C. 552a(m) 1::¥-:5~, 1974 :15 
-{ I \:,.,-j!O)m'.i:E'.~f-1:.~IIIR~L.fJ:.(t;ti,ra:tJ:,1-)a:it fvo 

5. t~i~m.n~d~©tc't"lli/M~nt::00~1:fjjgjl::r,/19 ~*#2il:;A T .l..p;JO)gcjJfi, iffi~ilm El 1¥Jcl... 
-c, ttaH~JJ~~l::¥-:5~, tt!:~~!Ht-Jii.lr~fitlMl::lffl~~;ti,~:li~t.i<N.,1-Ja:i"" o 

6. *gcjJ:;AT .L..©ic~liiffi~ilm El 1¥Jcl... t, 00~3t:i:fill! (35 U.S.C. 181) l::J::~~-Jf , cf3J:: 
ljfm=f n 5! (42 u.s.c. 218(c) r::tc-:5<~-Jf© El 1¥11::;t-31, 't, it!!©li~il&HltlMl::lffl~~;ti,~ 
:t;~t.J{N.,l-)a:9 0 

7. *gcfJR:;AT .L..©i2Uliiffi~ilm El 1¥Jcl... t, 44 u.s.c. 2904 Jklj 2906 r::¥-:5<i2U~Jffflfi 
& lj:f □ -7'5.L..© ~:W~t'l!lii"" ~t::d:> f ::, *-~fili!llmi-& "g (GSA)! ::J:: 1-J, 3 tlM O)jf:ff ©-$c L. 
tfi;b;tl,~gciJO)~:i!ttlMcj:if::, GSA - a:t::li-f©f/.tf~:g .A..l::lffl~~n~:li~t.i<N.,l-)a:9 0 ...tic© 
lffl~li, *Ell¥l©t::d:>©g2~~1't~~Jl'.i:Ei""~ GSA ~Jl'.i:E, Jkljllljj (GSA N.,~t,,liitlf~~) ©f~ 
~l::*~L. tfi:bna:i"" o t.J,t.J,~lffl~li, 11.A..~t~'.i:Ei"" ~ El 1¥J©tcl::ilm~n -ClifJ:.1-Ja:1tlva 

8. *ic~1/AT .l..O)gcflliiffi~ilm § 1¥Jcl... -C, 35 u.s.c. 122(b) 1::¥-:5<1:fjffl1}1ffl~N.)~l, 'Ii 35 
U.S.C. 151 1::¥-:5<tta~~fi~I::, -~1::Jffl~~n~:li~t.i<N.,l-)a:9 0 ~Gl::#2Uliiffi~ilm El !¥Jc 
L. t, 37 CFR 1.14 ©tlJ~O)fJ:.t.l''t", 1:fj,lMt.J<tJ:,~;ti, tt1&:ie~n. *f::li-f©~Jft.i<~5~L. t;t-31-), fJ:, 

a=3t.J,-:,-fnt.i<01fflt:H1M't"~!ffl~n -c1, '~- ~a~tHJMt.i<-~¥i!t©t.::clb1::01ffl~n -c1, '~- a:t::1tt~ 
i~t.i{~fi~n -c1, ,~:11~1i. -rutr::01ffl~n~;::ct.i<N.>1-J*i"" 0 

9. *i2U:;AT .L..©iciili, iffi~ilm El 1¥Jcl... t, *OOt~!~itlft=fi=t.i<, 5!.ft-\!>5!~J!O)ii&L.t.::, N.,~l,, 
li;i-7£1¥11::ii&t.i<N.,~cll]lffiL.t:::li~li, il~- #1, a:t.:: li±t!!n El 531;$;0)=~~1::lffl~~n~:li~t.i< 
N.,I-Jt9 0 

I 
l 
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I 

PTO/AIN80 (07•12) 
Approved for use lhrough 11/30/2014. OMS 0651•0035 

U.S. Patent and Tra<lemarl< Office; U.S DEPARTMENT OF COMMERCE 
Under the Paperwor1< Reduction Act of 1995, no persons are required to respond to a collection of information unless It displays a valid 0MB control number. 

POWER OF ATTORNEY TO PROSECUTE APPLICATIONS BEFORE THE USPTO 

I hereby revoke all previous powers of attorney given in the application identified in the attached statement 
under 37 CFR 3.73{c). --
I hereby appoint: 

[Z] Practitioners associated with Customer Number: 
126171 I OR 

□ Practitioner(s) named below (if more than ten patent practitioners are to be named, then a customer number must be used): 

Name Registration Name Registration 
Number Number 

As attomey(s) or agent{s) to represent the undersigned before the United States Patent and Trademark Office (USPTO) in connection with 
any and all patent applications a ssigned Qn!:{ to the undersigned according to the US PTO assignment records or assignments docu ments 
attached to this form in accordance with 37 CFR 3.73(c). 

Please change the correspondence address for the application idenlified in the attached statement under 37 CFR 3.73(c} to: 

[Z] The address associated with Customer Number: 126171 I OR ·····•-~--- ·-····-····· l "~" 
I 

I ladiwfuru Na~ 

i I Address 
--

City ! 

i 
Country 

I I 
t 

I ! Telephone Email 

Assignee Name and Address: SEMICONDUCTOR ENERGY LABORATORY CO., LTD. 
398. HASE, ATSUGI-SHI 
KANAGAWA-KEN 243-0036 
JAPAN 

A copy of this form, together with a statement under 37 CFR 3.73(c) (Form PTO/SB/96 or equivalent) is required to be 
Filed in each application in which this form is used. The statement under 37 CFR 3.73(c) may be completed by one of 
The practitioners appointed in this form, and must identify the application in which this Power of Attorney is to be filed. 

SIGNATURE of Assignee of Record 
The individual whose signature and title Is supplied below is authorized to act on behalf of the assignee 

Signature ,//. - ·- (l-4-... - -L· 
J7 -~ -· 

Date ~f/.2 r/ U/Z. 
Name Dr. Shl¢ei Yama~ ~v Telephone 81-46-270-1170 

Title President 
This collect1on of Information 1s required by 37 CFR 1.31, 1.32 and 1.33. The Information 11 required to obtain or retain a benefit by the public wtuch 11 to file (and 
by the USPTO to process) an appllcatlOn. ConfKlenlialtty is governed by 35 U.S.C. 122 and 37 CFR 1.11 and 1.14. This COiiection ia estimated to take 3 minutes 
to complete, including gathering, prepanng, and submitting the completed application form to the USPTO. Time wm vary depending upon the lndMdual case. Any 
comments on the amount of time you require to complete this form and/or suggestions for reducing this burden, should be sent to the Chief lnf'om1atl011 Officer, 
U.S. Patent and Trademarie Office. U.S. Department of Commerce, P.O. Box 14S0, Alexandria, VA 22313-1450. DO NOT SEND FEES OR COMPI.ETED 
FORMS TO THIS ADDRESS. SEND TO: Commissioner for Patents, P.O. Box 1450, Alexandria, VA 22313-1450. 

If you need assistance In completing the form, call 1-800-PT0.9199 and select option 2, 
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Privacy Act Statement 

The Privacy Act of 1974 (P.L. 93-579) requires that you be given certain information in connection with your 
submission of the attached form related to a patent application or patent. Accordingly, pursuant to the 
requirements of the Act, please be advised that: (1) the general authority for the collection of this information is 35 
U.S.C. 2(b)(2); (2) furnishing of the information solicited is voluntary; and (3) the principal purpose for which the 
information is used by the U.S. Patent and Trademark Office is to process and/or examine your submission 
related to a patent application or patent. If you do not furnish the requested information. the U.S. Patent and 
Trademark Office may not be able to process and/or examine your submission, which may result in termination of 
proceedings or abandonment of the application or expiration of the patent. 

The information provided by you in this form will be subject to the following routine uses: 

1. The information on this form will be treated confidentially to the extent allowed under the Freedom of 
Information Act (5 U.S.C. 552) and the Pdvacy Act (5 U.S.C 552a). Records from this system of records 
may be disclosed to the Department of Justice to determine whether disclosure of these records is 
required by the Freedom of Information Act 

2. A record from this system of records may be disclosed, as a routine use, in the course of presenting 
evidence to a court, magistrate, or administrative tribunal, including disclosures to opposing counsel in 
the course of settlement negotiations. 

3. A record in this system of records may be disclosed, as a routine use, to a Member of Congress 
submitting a request involving an individual, to whom the record pertains, when the individual has 
requested assistance from the Member with respect to the subject matter of the record. 

4. A record in this system of records may be disclosed, as a routine use, to a contractor of the Agency 
having need for the information in order to perform a contract. Recipients of information shall be required 
to comply with the requirements of the Privacy Act of 1974, as amended, pursuant to 5 U.S.C. 552a(m). 

5. A record related to an International Application filed under the Patent Cooperation Treaty in this system of 
records may be disclosed, as a routine use, to the International Bureau of the World Intellectual Property 
Organization, pursuant to the Patent Cooperation Treaty. 

6. A record in this system of records may be disclosed, as a routine use, to another federal agency for 
purposes of National Security review (35 U.S.C. 181) and for review pursuant to the Atomic Energy Act 
(42 U.S.C. 218(c)). 

7. A record from this system of records may be disclosed, as a routine use, to the Administrator, General 
Services, or his/her designee, during an inspection of records conducted by GSA as part of that agency's 
responsibility to recommend improvements in records management practices and programs, under 
authority of 44 U.S.C. 2904 and 2906. Such disclosure shall be made in accordance with the GSA 
regulations governing inspection of records for this purpose, and any other relevant (i.e., GSA or 
Commerce) directive. Such disclosure shall not be used to make determinations about individuals. 

8. A record from this system of records may be disclosed, as a routine use, to the public after either 
publication of the application pursuant to 35 U.S.C. 122(b) or issuance of a patent pursuant to 35 U.S.C. 
151. Further, a record may be disclosed, subject to the limitations of 37 CFR 1.14, as a routine use, to the 
public if the record was filed in an application which became abandoned or in which the proceedings were 
terminated and which application is referenced by either a published application, an application open to 
public inspection or an issued patent. 

9. A record from this system of records may be disclosed, as a routine use, to a Federal, State, or local law 
enforcement agency, if the USPTO becomes aware of a violation or potential violation of law or 
regulation. 
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PTO/AIA/96 (08-12) 
Approved for use through 01/31/2013. 0MB 0651-0031 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 
Under the Paperwork Reduction Act of 1995, no persons are required to respond to a collection of information unless it displays a valid 0MB control number. 

Applicant/Patent Owner: 

STATEMENT UNDER 37 CFR 3.73(c) 

Semiconductor Energy Laboratory Co., Ltd. 

Application No./Patent No.: Filed/Issue Date: July 8, 2020 ---------- -~-~----------------New Continuation 

Titled: POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR MANUFACTURING POSITIVE ELECTRODE ACTIVE 
MATERIAL, AND SECONDARY BATTERY 

Semiconductor Energy Laboratory Co., Ltd. , a Corporation -----------"""------""----'-----
(Name of Assignee) (Type of Assignee, e.g., corporation, partnership, university, government agency, etc.) 

states that, for the patent application/patent identified above, it is (choose one of the option 1, 2, 3 or 4 below): 

1. [8J The assignee of the entire right, title, and interest. 

2. D An assignee of less than the entire right, title and interest (check applicable box): 

D The extent (by percentage) of its ownership interest is __ . Additional Statement(s) by the owners holding the 
balance of the interest must be submitted to account for 100% of the ownership interest. 

D There are unspecified percentages of ownership. The other parties, including inventors, who together own the entire 
right, title and interest are: 

Additional Statement(s) by the owner(s) holding the balance of the interest must be submitted to account for the entire 
right, title, and interest. 

3. D The assignee of an undivided interest in the entirety (a complete assignment from one of the joint inventors was 
made). The other parties, including inventors, who together own the entire right, title, and interest are: 

Additional Statement(s) by the owner(s) holding the balance of the interest must be submitted to account for the entire 
right, title, and interest. 

4. D The recipient, via a court proceeding or the like (e.g., bankruptcy, probate), of an undivided interest in the entirety (a 
complete transfer of ownership interest was made). The certified document(s) showing the transfer is attached. 

The interest identified in option 1, 2 or 3 above (not option 4) is evidenced by either (choose one of the options A or B below): 

A. [8J An assignment from the inventor(s) of the patent application/patent identified above. The assignment was recorded in 
the United States Patent and Trademark Office at Reel 044179, Frame 0782, or for which a copy thereof is attached. 

B. D A chain of title from the inventor(s), of the patent application/patent identified above, to the current assignee as follows: 

1. From: 

2. From: 

________________ To: ______________________ _ 

The document was recorded in the United States Patent and Trademark Office at 

Reel __ , Frame __ , or for which a copy thereof is attached. 

________________ To: ______________________ _ 

The document was recorded in the United States Patent and Trademark Office at 

Reel __ , Frame __ , or for which a copy thereof is attached. 

[Page 1 of 2] 
This collection of information is required by 37 CFR 3.73(b). The information is required to obtain or retain a benefit by the public which is to file (and by the USPTO to 
process) an application. Confidentiality is governed by 35 U.S.C. 122 and 37 CFR 1.11 and 1.14. This collection is estimated to take 12 minutes to complete, including 
gathering, preparing, and submitting the completed application form to the USPTO. Time will vary depending upon the individual case. Any comments on the amount of 
time you require to complete this form and/or suggestions for reducing this burden, should be sent to the Chief Information Officer, U.S. Patent and Trademark Office, U.S. 
Department of Commerce, P.O. Box 1450, Alexandria, VA 22313-1450. DO NOT SEND FEES OR COMPLETED FORMS TO THIS ADDRESS. SEND TO: Commissioner 
for Patents, P.O. Box 1450, Alexandria, VA 22313-1450. 

If you need assistance in completing the form, ca/11-800-PTO-9199 and select option 2. 
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3. From: 

4. From: 

5. From: 

6. From: 

PTO/AIA/96 (08-129) 
Approved for use through 01/31/2013. 0MB 0651-0031 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 
Under the Paperwork Reduction Act of 1995, no persons are required to respond to a collection of information unless it displays a valid 0MB control number. 

STATEMENT UNDER 37 CFR 3.73(c) 

To: ------------------ ----------------------
The document was recorded in the United States Patent and Trademark Office at 

Reel ___ , Frame ___ , or for which a copy thereof is attached. 

__________________ To: _____________________ _ 

The document was recorded in the United States Patent and Trademark Office at 

Reel ___ , Frame ___ , or for which a copy thereof is attached. 

To: ------------------ ----------------------
The document was recorded in the United States Patent and Trademark Office at 

Reel ___ , Frame ___ , or for which a copy thereof is attached. 

To: ------------------ ----------------------
The document was recorded in the United States Patent and Trademark Office at 

Reel ___ , Frame ___ , or for which a copy thereof is attached. 

D Additional documents in the chain of title are listed on a supplemental sheet(s). 

D As required by 37 CFR 3.73(c)(1 )(i), the documentary evidence of the chain of title from the original owner to the 
assignee was, or concurrently is being, submitted for recordation pursuant to 37 CFR 3.11. 

[NOTE: A separate copy (i.e., a true copy of the original assignment document(s)) must be submitted to Assignment 
Division in accordance with 37 CFR Part 3, to record the assignment in the records of the USPTO. See MPEP 302.08] 

The undersigned (whose title is supplied below) is authorized to act on behalf of the assignee. 

/John F. Hayden/ 
Signature 

John F. Hayden 
Printed or Typed Name 

[Page 2 of 2] 

2020-07-08 
Date 

37640 
Title or Registration Number 
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Patent Assignment Abstract of Title 

Patent #~ NON:: Issue Dt: 

Total Assignments: 1 
Application #: 1 S6:;a449 

PCT#: NONE 

Filirsg Dt: 06/30.12017 

!nt! !!eg #: PubHcatton #: US20180013130 Pub Ot: 01/11/2018 

Tlt~e: POSITIVE EL.ECTRODE 1\C:Tv'E MATERIAL INCLUDING LITHIUM COB/\LT/\TE COATED \NITH LITHIUM TIT/\N/ffE AND f"1/\GNESIU~1 OXIDE 

Assignment: 1 
Reeliframe: 044::.79 / 0782 

Assignors: DCHl.'\l, ERUAK[ 

KA\1\/AKL\MI, TAl<AHIRO 

MJl(.4:\11, M,6,'{UMJ 

Rece~ved: ~-l/20/2C17 

Assignee: SEMICONDUCTOR ENERGY lJ\BOFU\TORv· co .. LTD. 

398. HASE 

Correspondent: NIXOol PEA80[.l'{ LLf' 

Disclaimer: 

799 ~;r:-; StREEr NW 

S:JITt: SQO 

WASHINGTON, DC 20001 

Recorded: 11/2.0/2017 Mailed: ll./21/2017 

Exec Dt: 07/19/2017 

Exec Dt: 09/1E3/2017 

Exec Dt: 07/19/2017 

Exec Dt: 07/20/2037 

Exec Dt: 07/19/2.037 

Exec Dt: 07/14/2037 

Assignment information on the assignment database reflects assignment documents that have been actually recorded. 

Pages:S 

If the assignment for a patent was not recorded, the name of the assignee on the patent application publication or patent may be 
different. 
If you have any comments or questions concerning the data displayed, contact OPR I Assignments at 571-272-3350~:/, 

~ 
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Electronic Version v1 .1 
Stylesheet Version v1 .2 

SUBMISSION TYPE: 

504650796 11/20/2017 

PATENT ASSIGNMENT COVER SHEET 

NEW ASSIGNMENT 

NATURE OF CONVEYANCE: ASSIGNMENT 

CONVEYING PARTY DATA 

Name 

TERUAKI OCHIAI 

TAKAHIRO KAWAKAMI 

MAYUMI MIKAMI 

YOHEI MOMMA 

MASAHIRO TAKAHASHI 

AYAE TSURUTA 

RECEIVING PARTY DATA 

Name: SEMICONDUCTOR ENERGY LABORATORY CO., LTD. 

Street Address: 398, HASE 

City: ATSUGI-SHI, KANAGAWA-KEN 

State/Country: JAPAN 

Postal Code: 243-0036 

PROPERTY NUMBERS Total: 1 

Property Type Number 

Application Number: 15638449 

CORRESPONDENCE DATA 

Fax Number: (202)585-8080 

EPASID:PAT4697517 

Execution Date 

07/19/2017 

09/18/2017 

07/19/2017 

07/20/2017 

07/19/2017 

07/14/2017 

Correspondence will be sent to the e-mail address first; if that is unsuccessful, it will be sent 
using a fax number, if provided; if that is unsuccessful, it will be sent via US Mail. 
Phone: (202)585-8000 

Email: kpittman@nixonpeabody.com, nppatent@nixonpeabody.com 

Correspondent Name: NIXON PEABODY LLP 
Address Line 1: 799 9TH STREET NW 

Address Line 2: SUITE 500 
Address Line 4: WASHINGTON, D.C. 20001 

ATTORNEY DOCKET NUMBER: 740756-4563 

NAME OF SUBMITTER: JEFFREY L. COSTELLIA 

SIGNATURE: /Jeffrey L. Costellia, Reg. No. 35,483/ 

DATE SIGNED: 11/20/2017 

PATENT 
504650796 REEL: 044179 FRAME: 0782 
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Total Attachments: 6 
source=740756-4563_Assignment#page1 .tit 
source=740756-4563_Assignment#page2.tif 

source=740756-4563_Assignment#page3.tif 
source=740756-4563_Assignment#page4.tif 
source=740756-4563_Assignment#page5.tif 

source=740756-4563_Assignment#page6.tif 

PATENT 
REEL: 044179 FRAME: 0783 
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NIXON PEABODYLLP 
United States Patent Rights 

Attorney Docket No. 740756-004563 

ASSIGNMENT 

Serial No. 15/638,449 Filed June 30, 2017 

WHEREAS, Teruaki OCHIAI, Takahiro KAWAKAMI, Mayumi MIKAMI, Yohei 
MOMMA, Masahiro TAKAHASHI and Ayae TSURUTA 

(hereinafter designated as the undersigned) has (have) invented certain new and useful 
improvements in POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR 
MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL, AND SECONDARY 
BATTERY for which an application for Letters Patent of the United States of America has 
been executed by the undersigned on _______ , and; 

WHEREAS, Semiconductor Energy Laboratory Co., Ltd. of 398, Hase, Atsugi-shi, 
Kanagawa-ken. 243-0036 Japan and its heirs, successors, legal representatives and assigns 
(hereinafter designated as the Assignee) is desirous of acquiring the entire right, title and 
interest in and to said invention and in and to any Letters Patent(s) that may be granted 
therefor in the United States of America; 

NOW, THEREFORE, in consideration of the sum of One Dollar ($1.00) to the 
undersigned in hand paid, the receipt of which is hereby acknowledged, and other good and 
valuable consideration, the undersigned has (have) sold, assigned and transferred, and by 
these presents do sell, assign and transfer unto said Assignee the full and exclusive right to the 
said invention in the United States of America and its territories and for all foreign countries, 
dependencies and possessions and the entire right, title and interest in and to any and all 
Letters Patent(s) which may be granted therefor in the United States of America and its 
territories, dependencies and possessions, and in and to any and all divisions, reissues, 
continuations and extensions thereof for the full term or terms for which the same may be 
granted. 

The undersigned agree(s) to execute all papers necessary in connection with this 
application and any continuing, divisional or reissue applications thereof and also to execute 
separate assignments in connection with such applications as the Assignee may deem 
necessary or expedient. 

The undersigned agree(s) to execute all papers necessary in connection with any 
interference which may be declared concerning this application or any continuation, division 
or reissue thereof or Letters Patent(s) or reissue patent issued thereon and to cooperate with 
the Assignee in every way possible in obtaining and producing evidence and proceeding with 
such interference. 

The undersigned agree( s) to execute all papers and documents and to perform any act 
which may be necessary in connection with claims under or provisions of the International 
Convention for the Protection of Industrial Property or similar agreements. 

The undersigned agree(s) to perform all affirmative acts which may be necessary to 
obtain a grant of a valid United States patent(s) to the Assignee and to vest all rights therein 
hereby conveyed to said Assignee as fully and entirely as the same would have been held by 

PATENT 
REEL: 044179 FRAME: 0784 
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the undersigned if this Assignment and sale had not been made. 

The undersigned hereby authorize(s) and request(s) the Commissioner of Patents and 
Trademarks to issue any and all Letters Patents of the United States of America resulting from 
said application or any division or divisions or continuing or reissue applications thereof to 
the said Assignee, as Assignee of the entire interest, and hereby convenants that he has (they 
have) the full right to convey the entire interest herein assigned, and that he has (they have) 
not executed, and will not execute, any agreement in conflict herewith. 

The undersigned hereby grant(s) the law firm of Nixon Peabody LLP the power to insert 
on this Assignment any further identification which may be necessary or desirable in order to 
comply with the rules of the U.S. Patent and Trademark Office for recordation of this 
document. 

In witness thereof, this Assignment has been executed by the undersigned on the date(s) 
opposite the undersigned name(s). 

Date 07 / ,q /J- 0 17 

Date _____ ~ 

Date o 1 /l ~ /-io i? 
------' 

Name of Inventor __ _,,_I _e.._Y--_U_l\._k_i __ O_c.._h_i_ei_; __ (SEAL) 
Teruaki OCHIAI 

Name oflnventor _____________ (SEAL) 
Takahiro KAWAKAMI 

Ml\y~Vlt,· /J\1' k(AW\..-
Name of Inventor __ ....;._ ___________ (SEAL) 

Mayumi MIKAMI 

'( Dh~; U1 
Name of Inventor I ' 0 I-vi ti\ 0.... 

YoheiMOMMA 

Name oflnventor M"-rok,v-o ~~~ha.s(,­
Masahiro TAKAHASHI 

Name of Inventor Aya.i.. TSVf-VTft 
Ayae TSURUTA 

(SEAL) 

(SEAL) 

(SEAL) 

(This assignment should preferably he acknowledged before a United States Consul or 
Notary Public. If not, then the execution by the Inventor(s) should be witnessed has (have) 
invented certain new and useful improvements in by at least two other persons who should 

PATENT 
REEL: 044179 FRAME: 0785 
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sign here.) 
1 

I 
Witness 

(name) (signature) 

Witness 
(name) (signature) 

Witness 
(name) (signature) 

PATENT 
REEL: 044179 FRAME: 0786 
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Serial No. 15/638.449 

NIXON PEABODYLLP 
United States Patent Rights 

Attorney Docket No. 740756-004563 

ASSIGNMENT 

Filed June 30, 2017 

WHEREAS, Teruaki OCHIAI, Takahiro KAWAKAMI, Mayumi MIKAMI, Yohei 
MOMMA, Masahiro TAKAHASHI and Ayae TSURUTA 
(hereinafter designated as the undersigned) has (have) invented certain new and useful 

improvements in POSITIVE ELECTRODE ACTIVE MATERIAL. METHOD FOR 
MANUFACTURING POSITIVE ELECTRODE ACTIVE MATERIAL. AND SECONDARY 
BATTERY for which an application for Letters Patent of the United States of America has 
been executed by the undersigned on _______ , and; 

WHEREAS, Semiconductor Energy Laboratory Co., Ltd. of 398, Hase, Atsugi-shi, 
Kanagawa-ken. 243-0036 Japan and its heirs, successors, legal representatives and assigns 
(hereinafter designated as the Assignee) is desirous of acquiring the entire right, title and 
interest in and to said invention and in and to any Letters Patent(s) that may be granted 
therefor in the United States of America; 

NOW, THEREFORE, in consideration of the sum of One Dollar ($1.00) to the 
undersigned in hand paid, the receipt of which is hereby acknowledged, and other good and 
valuable consideration, the undersigned has (have) sold, assigned and transferred, and by 
these presents do sell, assign and transfer unto said Assignee the full and exclusive right to the 
said invention in the United States of America and its territories and for all foreign countries, 
dependencies and possessions and the entire right, title and interest in and to any and all 
Letters Patent(s) which may be granted therefor in the United States of America and its 
territories, dependencies and possessions, and in and to any and all divisions, reissues, 
continuations and extensions thereof for the full term or terms for which the same may be 
granted. 

The undersigned agree(s) to execute all papers necessary in connection with this 
application and any continuing, divisional or reissue applications thereof and also to execute 
separate assignments in connection with such applications as the Assignee may deem 
necessary or expedient. 

The undersigned agree(s) to execute all papers necessary in connection with any 
interference which may be declared concerning this application or any continuation, division 
or reissue thereof or Letters Patent(s) or reissue patent issued thereon and to cooperate with 
the Assignee in every way possible in obtaining and producing evidence and proceeding with 
such interference. 

The undersigned agree(s) to execute all papers and documents and to perform any act 
which may be necessary in connection with claims under or provisions of the International 
Convention for the Protection of Industrial Property or similar agreements. 

The undersigned agree(s) to perform all affirmative acts which may be necessary to 
obtain a grant of a valid United States patent(s) to the Assignee and to vest all rights therein 
hereby conveyed to said Assignee as fully and entirely as the same would have been held by 

PATENT 
REEL: 044179 FRAME: 0787 
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the undersigned if this Assignment and sale had not been made. 

The undersigned hereby authorize(s) and request(s) the Commissioner of Patents and 
Trademarks to issue any and all Letters Patents of the United States of America resulting from 
said application or any division or divisions or continuing or reissue applications thereof to 
the said Assignee, as Assignee of the entire interest, and hereby convenants that he has (they 
have) the full right to convey the entire interest herein assigned, and that he has (they have) 
not executed, and will not execute, any agreement in conflict herewith. 

The undersigned hereby grant(s) the law firm of Nixon Peabody LLP the power to insert 
on this Assignment any further identification which may be necessary or desirable in order to 
comply with the rules of the U.S. Patent and Trademark Office for recordation of this 
document. 

In witness thereof, this Assignment has been executed by the undersigned on the date(s) 
opposite the undersigned name(s). 

Date Name of Inventor (SEAL) 
Teruaki OCHIAI 

Name of Inventor ~-kYP ~~~; Date 6 9 le b1,1 
I 

Takahiro W KAMI 

Date Name of Inventor (SEAL) 
Mayumi MIKAMI 

Date Name of Inventor (SEAL) 
YoheiMOMMA 

Date Name of Inventor (SEAL) 
Masahiro TAKAHASHI 

Date _____ _ Name of Inventor _____________ (SEAL) 
Ayae TSURUTA 

(This assignment should preferably be acknowledged before a United States Consul or 
Notary Public. If not, then the execution by the Inventor(s) should be witnessed has (have) 
invented certain new and useful improvements in by at least two other persons who should 

PATENT 
REEL: 044179 FRAME: 0788 
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sign here.) 

Witness 
(name) 

Witness 
(name) 

Witness 
(name) 

RECORDED: 11/20/2017 

(signature) 

(signature) 

(signature) 

PATENT 
REEL: 044179 FRAME: 0789 
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Electronic Patent Application Fee Transmittal 

Application Number: 

Filing Date: 

Title of Invention: 
Positive Electrode Active Material, Method for Manufacturing Positive 
Electrode Active Material, and Secondary Battery 

First Named Inventor/Applicant Name: Teruaki OCHIAI 

Filer: John F. Hayden/Sharon Allen 

Attorney Docket Number: 12732-2003004 

Filed as Large Entity 

Filing Fees for Track I Prioritized Examination - Nonprovisional Application under 35 USC 111 (a) 

Description Fee Code Quantity Amount 
Sub-Total in 

USO($) 

Basic Filing: 

UTILITY APPLICATION FILING 1011 1 300 300 

UTILITY SEARCH FEE 1111 1 660 660 

UTILITY EXAMINATION FEE 1311 1 760 760 

REQUEST FOR PRIORITIZED EXAMINATION 1817 1 4000 4000 

Pages: 

UTILITY APPL SIZE FEE PER 50 SHEETS> 100 1081 1 400 400 

Claims: 

CLAIMS IN EXCESS OF 20 1202 4 100 400 
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Description Fee Code Quantity Amount 
Sub-Total in 

USO($) 

INDEPENDENT CLAIMS IN EXCESS OF 3 1201 1 460 460 

Miscellaneous-Filing: 

PROCESSING FEE, EXCEPT PROV. APPLS. 1830 1 140 140 

Petition: 

Patent-Appeals-and-Interference: 

Post-Allowance-and-Post-Issuance: 

Extension-of-Time: 

Miscellaneous: 

Total in USO($) 7120 
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Electronic Acknowledgement Receipt 

EFSID: 39941753 

Application Number: 16923494 

International Application Number: 

Confirmation Number: 3273 

Title of Invention: 
Positive Electrode Active Material, Method for Manufacturing Positive 
Electrode Active Material, and Secondary Battery 

First Named Inventor/Applicant Name: Teruaki OCHIAI 

Customer Number: 26171 

Filer: John F. Hayden/Sharon Allen 

Filer Authorized By: John F. Hayden 

Attorney Docket Number: 12732-2003004 

Receipt Date: 08-JUL-2020 

Filing Date: 

Time Stamp: 14:38:12 

Application Type: Utility under 35 USC 111 (a) 

Payment information: 

Submitted with Payment yes 

Payment Type DA 

Payment was successfully received in RAM $7120 

RAM confirmation Number E202078E38377523 

Deposit Account 061050 

Authorized User Sharon Allen 

The Director of the USPTO is hereby authorized to charge indicated fees and credit any overpayment as follows: 

37 CFR 1.16 (National application filing, search, and examination fees) 
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File Listing: 

Document 
Document Description File Name 

File Size(Bytes}/ Multi Pages 
Number Message Digest Part /.zip (if appl.) 

118235 

1 Transmittal of New Application 12732-2003004-PaP.pdf no 2 
d3bf7312b 1 b6f0264004fa08ab41949df7ce 

cf9c 

Warnings: 

Information: 

150349 

2 TrackOne Request 12732-2003004-Trackl .pdf no 2 
f9b5 cf4 fO ba23 224 34 3 72a05 bfO 1 d 914c0cc 1 

3d7 

Warnings: 

Information: 

1823488 

3 Application Data Sheet 12732-2003004-DataSheet.pdf no 10 
a70741 c07a340cfa9ee51 a 141464d7a 1618 

298e 

Warnings: 

Information: 

798053 

4 12732-2003004-Spec.pdf yes 118 
74728cd3e0e0cb0536bab9229ee6d84b47 

dccf78 

Multipart Description/PDF files in .zip description 

Document Description Start End 

Specification 1 112 

Claims 113 117 

Abstract 118 118 

Warnings: 

Information: 

21706744 

5 
Drawings-only black and white line 

12732-2003004-Figs.pdf no 58 
drawings 

93969282429171 e93f2926d941 e85Sb4325 
517c9 
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Warnings: 

Information: 

3629258 

6 12732-2003004-Dec.pdf yes 25 
53Sc07620d68131 e0d8d 1748fa85031 ef1 2 

4cf54 

Multipart Description/PDF files in .zip description 

Document Description Start End 

Oath or Declaration filed 1 12 

Power of Attorney 13 14 

Miscellaneous Incoming Letter 15 25 

Warnings: 

Information: 

43394 

7 Fee Worksheet (5B06) fee-info.pdf no 2 
Saed 16503517e5b8a3d8b6ccb818ce06b9 

d6ab71 

Warnings: 

Information: 

Total Files Size (in bytes) 28269521 
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IN THE UNITED STATES PATENT AND TRADEMARK OFFICE 

First Named Inventor : 
Application No. 
Filed 
Title 

Commissioner for Patents 
P.O. Box 1450 

Teruaki OCHIAI Art Unit Unknown 
16/923,494 Examiner Unknown 
July 8, 2020 Conf. No. 3273 
POSITIVE ELECTRODE ACTIVE MATERIAL, METHOD FOR 
MANUFACTURING POSITIVE ELECTRODE ACTIVE 
MATERIAL, AND SECONDARY BATTERY 

Alexandria, VA 22313-1450 

PRELIMINARY AMENDMENT 

Prior to examination, please amend the application as indicated on the following pages. 

Amendment to the Claims are reflected in the listing of claims which begins on page 2 

of this paper. 

Remarks/Arguments begin on page 9 of this paper. 
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Amendments to the Claims 

Attorney Docket: 12732-2003004 I 
US24652/ .. ./26813-C4 

This listing of claims replaces all prior versions and listings of claims in the application. 

Listing of Claims 

1. (Currently Amended) A lithium-ion secondary battery comprising a positive 

electrode, the positive electrode comprising a positive electrode active material particle 

comprising lithium cobaltate, 

wherein the positive electrode active material particle comprises a first region and a 

seeond region, titanium, magnesium, fluorine, and oxygen in a range from a surface of the 

positive electrode active material particle to an inside of the positive electrode active material 

particle where a concentration of the magnesium which is detected by analysis in a depth 

direction is 1/5 of a peak. 

1.vherein the first region eomprises eobalt, 

1.vherein the seeond region eomprises titanium, magnesium, and fluorine, 

v1herein the seeond region eovers at least a part of the first region, 

1.vherein the seeond region is in a supe:rfieial portion of the positive eleetrode aetive 

material partiele, and 

1.vherein the first region and the seeond region are topota,cy. 

2. (Canceled) 

3. (Currently Amended) The lithium-ion secondary battery according to claim 1, 

vmerein a degree of a mismateh between a erystal strueture of the first region and a erystal 

strueture of the seeond region is less than or equal to 0.04. 

wherein a relative value of a concentration of the titanium is greater than or equal to 

0.05 and less than or equal to 0.4 when the surface of the positive electrode active material 

particle is subjected to an XPS analysis and a concentration of cobalt is defined as 1. 



AMPEREX Ex. 1002 
Page 227

First Named Inventor : Temaki OCHIAI 
16/923,494 

Attorney Docket: 12732-2003004 I 
US24652/ .. ./26813-C4 Application No. 

Filed July 8, 2020 
Page 3 of9 

4. (Currently Amended) The lithium-ion secondary battery according to claim 1, 

wherein a relative value of a concentration of the magnesium is greater than or equal to 

0.4 and less than or equal to 1.5 when [[a]]the surface of the positive electrode active material 

particle is subjected to an XPS analysis and a concentration of [[the]] cobalt is defined as 1. 

5. (Currently Amended) The lithium-ion secondary battery according to claim 1, 

wherein the seeond region is the titanium, the magnesium, the fluorine, and the oxygen 

are provided in a range from [[a]]the surface of the positive electrode active material particle to a 

depth of [[20]1~ nm. 

6. (Original) The lithium-ion secondary battery according to claim 1, 

wherein the positive electrode further comprises a conductive additive, and 

wherein the conductive additive comprises carbon fiber, graphene or multilayer 

graphene. 

7. (Currently Amended) A lithium-ion secondary battery comprising a positive 

electrode, the positive electrode comprising a positive electrode active material particle 

comprising lithium cobaltate, 

wherein the positive electrode active material particle comprises a first region and a 

seeond region, titanium, magnesium, fluorine, and oxygen in a range from a surface of the 

positive electrode active material particle to an inside of the positive electrode active material 

particle where a concentration of the magnesium which is detected bv analysis in a depth 

direction is 1/5 of a peak, and 

wherein a concentration of the magnesium is larger than a concentration of the titanium 

when the surface of the positive electrode active material particle is subjected to an XPS 

analysis. 

1.vherein the first region eomprises eobalt, 

1.vherein the seeond region eomprises titanium, magnesium, and fluorine, 

1.vherein the seeond region eo¥ers at least a part of the first region, 
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1.vhereiH the seeeHd FegieH is iH a sttpe-rfieial pertieH ef the pesitive eleetrnde aetive 

mateFial partiele, 

v1hereiH a Felative valtte ef a eeHeeHtratieH ef the titaHittm is greateF thaH eF eqttal te 

0.05 aHd less thaH eF eqttal te 0.4 wheH a SttFfaee efthe pesitive eleetrnde aetive mateFial partiele 

is stte:ieeted te aH XPS aHalysis aHd a eeHeeHtrntieH efthe eeealt is defiHed as 1, aHd 

1.vhereiH the fiFSt regieH aHd the seeeHd FegieH are tepeta,cy. 

8. (Canceled) 

9. (Currently Amended) The lithium-ion secondary battery according to claim 7, 

vrhereiH a degree ef a mismateh eetweeH a 6F)'Stal struetttre efthe firnt FegieH aHd a 6F)'Stal 

straetttre efthe seeeHd FegieH is less thaH eF eqttal te 0.04. 

wherein a relative value of the concentration of the titanium is greater than or equal to 

0.05 and less than or equal to 0.4 when the surface of the positive electrode active material 

particle is subjected to the XPS analysis and a concentration of cobalt is defined as 1. 

10. (Currently Amended) The lithium-ion secondary battery according to claim 7, 

wherein a relative value of [[a]]the concentration of the magnesium is greater than or 

equal to 0.4 and less than or equal to 1.5 when the surface of the positive electrode active 

material particle is subjected to [[an]]the XPS analysis and a concentration of [[the]] cobalt is 

defined as 1. 

11. (Currently Amended) The lithium-ion secondary battery according to claim 7, 

wherein the seeeHd FegieH is the titanium, the magnesium, the fluorine, and the oxygen 

are provided in a range from the surface of the positive electrode active material particle to a 

depth of [[20Jl~. nm. 

12. (Original) The lithium-ion secondary battery according to claim 7, 

wherein the positive electrode further comprises a conductive additive, and 
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wherein the conductive additive comprises carbon fiber, graphene or multilayer 

graphene. 

13. (Currently Amended) An electronic device comprising a lithium-ion secondary 

battery, the lithium-ion secondary battery comprising: 

a positive electrode comprising a positive electrode active material particle comprising 

lithium cobaltate; 

a negative electrode; and 

an electrolyte, 

wherein the positive electrode active material particle comprises a first region and a 

second region, titanium, magnesium, fluorine, and oxygen in a range from a surface of the 

positive electrode active material particle to an inside of the positive electrode active material 

particle where a concentration of the magnesium which is detected by analysis in a depth 

direction is 1/5 of a peak. 

1.vherein the first region comprises cobalt, 

1.vherein the second region comprises titanium, magnesium, and fluorine, 

vrherein the second region co11ers at least a part of the first region, 

1.vherein the second region is in a supe=rficial portion of the positive electrnde active 

material particle, and 

1.vherein the first region and the second region are topota,cy. 

14. (Canceled) 

15. (Currently Amended) The electronic device according to claim 13, vrherein a 

degree of a mismatch eet>.veen a crystal structu=re of the first region and a crystal stll::tctl::tre of the 

second region is less than or eEJ:ual to 0.04. 

wherein a relative value of a concentration of the titanium is greater than or equal to 

0.05 and less than or equal to 0.4 when the surface of the positive electrode active material 

particle is subjected to an XPS analvsis and a concentration of cobalt is defined as 1. 
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16. (Currently Amended) The electronic device according to claim 13, 

wherein a relative value of a concentration of the magnesium is greater than or equal to 

0.4 and less than or equal to 1.5 when [[a]]the surface of the positive electrode active material 

particle is subjected to an XPS analysis and a concentration of [[the]] cobalt is defined as 1. 

17. (Currently Amended) The electronic device according to claim 13, 

wherein the seeond region is the titanium, the magnesium, the fluorine, and the oxygen 

are provided in a range from [[a]]the surface of the positive electrode active material particle to a 

depth of [[20]1~ nm. 

18. (Original) The electronic device according to claim 13, 

wherein the positive electrode further comprises a conductive additive, and 

wherein the conductive additive comprises carbon fiber, graphene or multilayer 

graphene. 

19. (Currently Amended) An electronic device comprising a lithium-ion secondary 

battery, the lithium-ion secondary battery comprising: 

a positive electrode comprising a positive electrode active material particle comprising 

lithium cobaltate; 

a negative electrode; and 

an electrolyte, 

wherein the positive electrode active material particle comprises a first region and a 

second region, 

wherein the first region comprises cobalt, 

wherein the second region comprises titanium, magnesium, [[and]] fluorine, and 

oxygen, 

wherein the second region covers at least a part of the first region[[.]], and 

1.vherein the seeond region is in a supe:r·fieial portion of the positive eleetrode aetive 

material J3artiele, 
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wherein the second region is in a range from a surface of the positive electrode active 

material particle to an inside of the positive electrode active material particle where a 

concentration of the magnesium which is detected by analysis in a depth direction is 1/5 of a 

peak. 

vthereiH a relative vah1e ef a eeHeeHtratieH efthe titaHium is greater thaH er eEJ:ual te 

0.05 aHd less thaH er eEJ:ual te 0.4 v,-heH a surface ef the pesitive eleetrede aetive material partiele 

is subjeeted te aH XPS aHalysis aHd a eeHeeHtratieH efthe eebalt is defiHed as 1, aHd 

whereiH the first regieH aHd the seeeHd regieH are te13etaJ~)'. 

20. (Canceled) 

21. (Currently Amended) The electronic device according to claim 19, 1.vhereiH a 

degree ef a mismateh betweeH a erystal strueture ef the first regieH aHd a 6f)'Stal straeture efthe 

seeeHd regieH is less thaH er eEJ:ual te 0.04. 

wherein a relative value of a concentration of the titanium is greater than or equal to 

0.05 and less than or equal to 0.4 when the surface of the positive electrode active material 

particle is subjected to an XPS analysis and a concentration of cobalt is defined as 1. 

22. (Original) The electronic device according to claim 19, 

wherein a relative value of a concentration of the magnesium is greater than or equal to 

0.4 and less than or equal to 1.5 when the surface of the positive electrode active material 

particle is subjected to an XPS analysis and a concentration of cobalt is defined as 1. 

23. (Currently Amended) The electronic device according to claim 19, 

wherein the seeeHd regieH is the titanium, the magnesium, the fluorine, and the oxygen 

are provided in a range from the surface of the positive electrode active material particle to a 

depth of [[20]]2 nm. 
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24. (Original) The electronic device according to claim 19, 

wherein the positive electrode further comprises a conductive additive, and 

wherein the conductive additive comprises carbon fiber, graphene or multilayer graphene. 
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REMARKS 

Attorney Docket: 12732-2003004 I 
US24652/ .. ./26813-C4 

Claims 1, 3-7, 9-13, 15-19, and 21-24 are pending with claims 1, 7, 13, and 19 being 

independent. Claims 2, 8, 14, and 20 have been canceled and claims 1, 3-5, 7, 9-11, 13, 15-17, 

19, 21, and 23 have been amended. No new matter has been introduced. 

No fees are believed due. Please apply any necessary charges or credits to Deposit 

Account 06-1050, referencing attorney docket number 12732-2003004. 

Date: July 17, 2020 

Customer Number 261 71 
Fish & Richardson P.C. 
Telephone: (202) 783-5070 
Facsimile: (877) 769-7945 

62382827.doc 

Respectfully submitted, 

/John F. Hayden/ 

John F. Hayden 
Reg. No. 37640 
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issue a license before applicants can apply for a patent in a foreign country. The filing of a U.S. patent application 
serves as a request for a foreign filing license. The application's filing receipt contains further information and 
guidance as to the status of applicant's license for foreign filing. 

Applicants may wish to consult the USPTO booklet, "General Information Concerning Patents" (specifically, the 
section entitled "Treaties and Foreign Patents") for more information on timeframes and deadlines for filing foreign 
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patent applications. The guide is available either by contacting the USPTO Contact Center at 800-786-9199, or it 
can be viewed on the USPTO website at http://www.uspto.gov/web/offices/pac/doc/general/index.html. 

For information on preventing theft of your intellectual property (patents, trademarks and copyrights), you may wish 
to consult the U.S. Government website, http://www.stopfakes.gov. Part of a Department of Commerce initiative, 
this website includes self-help "toolkits" giving innovators guidance on how to protect intellectual property in specific 
countries such as China, Korea and Mexico. For questions regarding patent enforcement issues, applicants may 
call the U.S. Government hotline at 1-866-999-HAL T (1-866-999-4258). 

GRANTED 

LICENSE FOR FOREIGN FILING UNDER 

Title 35, United States Code, Section 184 

Title 37, Code of Federal Regulations, 5.11 & 5.15 

The applicant has been granted a license under 35 U.S.C. 184, if the phrase "IF REQUIRED, FOREIGN FILING 
LICENSE GRANTED" followed by a date appears on this form. Such licenses are issued in all applications where 
the conditions for issuance of a license have been met, regardless of whether or not a license may be required as 
set forth in 37 CFR 5.15. The scope and limitations of this license are set forth in 37 CFR 5.15(a) unless an earlier 
license has been issued under 37 CFR 5.15(b). The license is subject to revocation upon written notification. The 
date indicated is the effective date of the license, unless an earlier license of similar scope has been granted under 
37 CFR 5.13 or 5.14. 

This license is to be retained by the licensee and may be used at any time on or after the effective date thereof unless 
it is revoked. This license is automatically transferred to any related applications(s) filed under 37 CFR 1.53(d). This 
license is not retroactive. 

The grant of a license does not in any way lessen the responsibility of a licensee for the security of the subject matter 
as imposed by any Government contract or the provisions of existing laws relating to espionage and the national 
security or the export of technical data. Licensees should apprise themselves of current regulations especially with 
respect to certain countries, of other agencies, particularly the Office of Defense Trade Controls, Department of 
State (with respect to Arms, Munitions and Implements of War (22 CFR 121-128)); the Bureau of Industry and 
Security, Department of Commerce (15 CFR parts 730-774); the Office of Foreign AssetsControl, Department of 
Treasury (31 CFR Parts 500+) and the Department of Energy. 

NOT GRANTED 

No license under 35 U.S.C. 184 has been granted at this time, if the phrase "IF REQUIRED, FOREIGN FILING 
LICENSE GRANTED" DOES NOT appear on this form. Applicant may still petition for a license under 37 CFR 5.12, 
if a license is desired before the expiration of 6 months from the filing date of the application. If 6 months has lapsed 
from the filing date of this application and the licensee has not received any indication of a secrecy order under 35 
U.S.C. 181, the licensee may foreign file the application pursuant to 37 CFR 5.15(b). 
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Select USA 

The United States represents the largest, most dynamic marketplace in the world and is an unparalleled location for 
business investment, innovation, and commercialization of new technologies. The U.S. offers tremendous resources 
and advantages for those who invest and manufacture goods here. Through SelectUSA, our nation works to 
promote and facilitate business investment. SelectUSA provides information assistance to the international investor 
community; serves as an ombudsman for existing and potential investors; advocates on behalf of U.S. cities, states, 
and regions competing for global investment; and counsels U.S. economic development organizations on investment 
attraction best practices. To learn more about why the United States is the best country in the world to develop 
technology, manufacture products, deliver services, and grow your business, visit http://www.SelectUSA.gov or call 
+ 1-202-482-6800. 
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PATENT APPLICATION FEE DETERMINATION RECORD Application or Docket Number 

Substitute for Form PTO-875 16/923,494 

APPLICATION AS FILED - PART I OTHER THAN 

(Column 1) (Column 2) SMALL ENTITY OR SMALL ENTITY 

FOR NUMBER FILED NUMBER EXTRA RATE($) FEE($) RATE($) FEE($) 

BASIC FEE N/A N/A N/A N/A 300 
(37 CFR 1.16(a), (b), or (c)) 

SEARCH FEE N/A N/A N/A N/A 660 
(37 CFR 1.16(k), (i), or (m)) 

EXAMINATION FEE N/A N/A N/A N/A 760 
(37 CFR 1.16(0), (p), or (q)) 

TOTAL CLAIMS 24 minus 20= 4 (37 CFR 1.16(i)) 
OR X 100 = 400 

INDEPENDENT CLAIMS 4 minus 3 = 1 X 460 = 460 
(37 CFR 1.16(h)) 

If the specification and drawings exceed 100 
APPLICATION SIZE sheets of paper, the application size fee due is 
FEE $31 O ($155 for small entity) for each additional 400 
(37 CFR 1.16(s)) 50 sheets or fraction thereof. See 35 U.S.C. 

41 (a)(1 )(G) and 37 CFR 1.16(s). 

MULTIPLE DEPENDENT CLAIM PRESENT (37 CFR 1.16(j)) 0.00 

* If the difference in column 1 is less than zero, enter "0" in column 2. TOTAL TOTAL 2980 

APPLICATION AS AMENDED - PART II 

OTHER THAN 
(Column 1) (Column 2) (Column 3) SMALL ENTITY OR SMALL ENTITY 

CLAIMS HIGHEST 
REMAINING NUMBER PRESENT 

RATE($) 
ADDITIONAL 

RATE($) 
ADDITIONAL 

<( AFTER PREVIOUSLY EXTRA FEE($) FEE($) 
I- AMENDMENT PAID FOR z 
w Total Minus 

.. = OR ~ (37 CFR 1.16(i)) X = X = 

0 
Independent ... = z Minus 

X = OR X = w (37CFR 1.16(h)) 

~ Application Size Fee (37 CFR 1.16(s)) <( 

FIRST PRESENTATION OF MULTIPLE DEPENDENT CLAIM (37 CFR 1.16(j)) OR 

TOTAL OR TOTAL 
ADD'L FEE ADD'L FEE 

(Column 1) (Column 2) (Column 3) 

CLAIMS HIGHEST 
REMAINING NUMBER PRESENT 

RATE($) 
ADDITIONAL 

RATE($) 
ADDITIONAL 

Ill AFTER PREVIOUSLY EXTRA FEE($) FEE($) 
I- AMENDMENT PAID FOR z 
w Total Minus .. = X = OR 
~ (37 CFR 1.16(i)) X = 

0 Independent Minus ... = z X = OR X = w (37CFR 1.16(h)) 
~ Application Size Fee (37 CFR 1.16(s)) <( 

OR 
FIRST PRESENTATION OF MULTIPLE DEPENDENT CLAIM (37 CFR 1.16(j)) 

TOTAL OR TOTAL 
ADD'L FEE ADD'L FEE 

* If the entry in column 1 is less than the entry in column 2, write "0" in column 3. 
** If the "Highest Number Previously Paid For" IN THIS SPACE is less than 20, enter "20". 

*** If the "Highest Number Previously Paid For" IN THIS SPACE is less than 3, enter "3", 
The "Highest Number Previously Paid For" (Total or Independent) is the highest found in the appropriate box in column 1. 



AMPEREX Ex. 1002 
Page 241

To: 
From: 
Cc: 

PA TDOCTC@fr.com,, 
PAIR_eOfficeAction@uspto.gov 
PAIR_eOfficeAction@uspto.gov 

Subject: Private PAIR Correspondence Notification for Customer Number 26171 

Jul 21, 2020 03:46:11 AM 

Dear PAIR Customer: 

FISH & RICHARDSON P.C. (DC) 
P.O. BOX 1022 
MINNEAPOLIS, MN 55440-1022 
UNITED STATES 

The following USPTO patent application(s) associated with your Customer Number, 26171 , have 
new outgoing correspondence. This correspondence is now available for viewing in Private PAIR. 

The official date of notification of the outgoing correspondence will be indicated on the form PTOL-90 
accompanying the correspondence. 

Disclaimer: 
The list of documents shown below is provided as a courtesy and is not part of the official file 
wrapper. The content of the images shown in PAIR is the official record. 

Application 
16923494 

Document Mailroom Date 
APP.FILE.REC 07/21/2020 

Attorney Docket No. 
12732-2003004 

To view your correspondence online or update your email addresses, please visit us anytime at 
https ://sportal. uspto .gov/secu re/myportal/privatepair. 

If you have any questions, please email the Electronic Business Center (EBC) at EBC@uspto.gov 
with 'e-Office Action' on the subject line or call 1-866-217-9197 during the following hours: 

Monday - Friday 6:00 a.m. to 12:00 a.m. 

Thank you for prompt attention to this notice, 

UNITED STATES PATENT AND TRADEMARK OFFICE 

PATENT APPLICATION INFORMATION RETRIEVAL SYSTEM 
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UNITED STATES PATENT AND TRADEMARK OFFICE 

APPLICATION NO. FILING DATE 

16/923,494 07/08/2020 

26171 7590 07/30/2020 

FISH & RICHARDSON P.C. (DC) 
P.O. BOX 1022 
MINNEAPOLIS, MN 55440-1022 

FIRST NAMED INVENTOR 

Teruaki OCHIAI 

UNITED STATES DEPARTMENT OF COMMERCE 
United States Patent and Trademark Office 
Address: COMMISSIONERFORPATENTS 

P.O. Box 1450 
Alexandria, Virginia 22313-1450 
www.uspto.gov 

ATTORNEY DOCKET NO. 

12732-2003004 

CONFIRMATION NO. 

3273 

EXAMINER 

ART UNIT PAPER NUMBER 

1725 

NOTIFICATION DATE DELIVERY MODE 

07/30/2020 ELECTRONIC 

Please find below and/or attached an Office communication concerning this application or proceeding. 

The time period for reply, if any, is set in the attached communication. 

Notice of the Office communication was sent electronically on above-indicated "Notification Date" to the 
following e-mail address(es): 

PA TDOCTC@fr.com 

PTOL-90A (Rev. 04/07) 
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Decision Granting Request for 
Prioritized Examination (Track I) 

Application No. 
16/923,494 

Examiner 

JoAnne L Burke 

1. THE REQUEST FILED 08 July 2020 IS GRANTED. 

Applicant(s) 

OCHIAI etal. 

Art Unit 
OPET 

The above-identified application has met the requirements for prioritized examination 
A. ~ for an original nonprovisional application (Track I). 
B. D for an application undergoing continued examination (RCE). 

AIA (FITF) Status 
Yes 

2. The above-identified application will undergo prioritized examination. The application will be 
accorded special status throughout its entire course of prosecution until one of the following occurs: 

A. 

B. 

C. 

D. 

E. 

F. 

G. 

H. 

I. 

filing a petition for extension of time to extend the time period for filing a reply; 

filing an amendment to amend the application to contain more than four 
independent claims, more than thirty total claims, or a multiple dependent claim; 

filing a request for continued examination ; 

filing a notice of appeal; 

filing a request for suspension of action; 

mailing of a notice of allowance; 

mailing of a final Office action; 

completion of examination as defined in 37 CFR 41.102; or 

abandonment of the application. 

Telephone inquiries with regard to this decision should be directed to JoAnne Burke at (571 )272-

4584. In his/her absence, calls may be directed to Petition Help Desk at (571) 272-3282. 

/JOANNE L BURKE/ 
Lead Paralegal Specialist, OPET 

U.S. Patent and Trademark Office 

PT0-2298 (Rev. 02-2012) 
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To: 
From: 
Cc: 

PA TDOCTC@fr.com,, 
PAIR_eOfficeAction@uspto.gov 
PAIR_eOfficeAction@uspto.gov 

Subject: Private PAIR Correspondence Notification for Customer Number 26171 

Jul 31, 2020 03:44:56 AM 

Dear PAIR Customer: 

FISH & RICHARDSON P.C. (DC) 
P.O. BOX 1022 
MINNEAPOLIS, MN 55440-1022 
UNITED STATES 

The following USPTO patent application(s) associated with your Customer Number, 26171 , have 
new outgoing correspondence. This correspondence is now available for viewing in Private PAIR. 

The official date of notification of the outgoing correspondence will be indicated on the form PTOL-90 
accompanying the correspondence. 

Disclaimer: 
The list of documents shown below is provided as a courtesy and is not part of the official file 
wrapper. The content of the images shown in PAIR is the official record. 

Application 
16923494 

Document Mailroom Date 
TRACK1 .GRANT 07/30/2020 

Attorney Docket No. 
12732-2003004 

To view your correspondence online or update your email addresses, please visit us anytime at 
https ://sportal. uspto .gov/secu re/myportal/privatepair. 

If you have any questions, please email the Electronic Business Center (EBC) at EBC@uspto.gov 
with 'e-Office Action' on the subject line or call 1-866-217-9197 during the following hours: 

Monday - Friday 6:00 a.m. to 12:00 a.m. 

Thank you for prompt attention to this notice, 

UNITED STATES PATENT AND TRADEMARK OFFICE 

PATENT APPLICATION INFORMATION RETRIEVAL SYSTEM 
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PTO/SB/08A (07-06) 

Approved for use through 03/31/2007. 0MB 0651-0031 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 

Under the Paperwork Reduction Act of 1995 no persons are required to respond to a collection of information unless it contains a valid 0MB control number 

Substitute for form 1449/PTO Complete if Known 

INFORMATION DISCLOSURE Application Number 16/923,494 

STATEMENT BY APPLICANT 
Filing Date July 8, 2020 
First Named Inventor Teruaki OCHIAI 
Art Unit 2811 

(Use as many sheets as necessary) 
Examiner Name 

Sheet I 1 I of I 24 Attorney Docket Number 12732-2003004 

U.S. PATENT DOCUMENTS 

Examiner Cite Document Number Publication Date Name of Patentee or 
Pages, Columns, Lines, Where 

Initials* No. 1 Number-Kind Code2 (If known) MM-DD-YYYY Applicant of Cited Document 
Relevant Passages or Relevant 

Figures Appear 

US-8,927,148 01-06-2015 Kawakami.T 
US-2010/0129714 05-27-2010 Toyama.T et al. 
US-8,003,256 08-23-2011 Ohishi.Y 
US-9,227,850 01-05-2016 Ooishi.Y 
US-7,138,209 11-21-2006 Kweon.H et al. 

US-6,846,592 01-25-2005 Kweon.H et al. 
US-7,709, 148 05-04-2010 Kawasato.T et al. 
US-2016/0006032 01-07-2016 Paulsen.J et al. 
US-5,834, 139 11-10-1998 Shodai.T et al. 

US-2010/0233542 09-16-2010 Endo.D et al. 
US-2009/0220862 09-03-2009 Toyama.T et al. 
US-7,393,476 07-01-2008 Shiozaki.R et al. 
US-2004/0234857 11-25-2004 Shiozaki.R et al. 

US-2007 /0160906 07-12-2007 Tooyama.T et al. 
US-2007 /0212609 09-13-2007 lwami.Y 
US-2011/0229757 09-22-2011 Kawakami.T et al. 
US-2009/0087731 04-02-2009 Fukui.A et al. 

US-2007 /0026315 02-01-2007 Lampe-Onnerud.C et al. 

US-2006/0121352 06-08-2006 Kejha.J et al. 

FOREIGN PATENT DOCUMENTS 

Examiner 
Initials* 

I Examiner I 
Signature 

Cite 

No. 1 

Foreign Patent Document 

Country Code3 -Number4 -Kind Code 5 (if known) 

JP-2012-018914A 
J P-2003-331824A 

JP-2004-196604A 
JP-2012-074366A 
JP-2015-201432A 
JP-3172388 

Publication Date Name of Patentee or 
Pages, Columns, Lines, Where 

MM-DD-YYYY Applicant of Cited Document 
Relevant Passages or Relevant To 

Figures Appear 

01-26-2012 Abst. 
11-21-2003 Abst. 
07-15-2004 Abst. 
04-12-2012 Abst. 
11-12-2015 Abst. 
06-04-2001 Abst. 

*EXAMINER: Initial if reference considered, whether or not citation is in conformance with MPEP 609. Draw line through citation if not in conformance and not considered. 
Include copy of this form with next communication to applicant. 1 Applicant's unique citation designation number (optional). 2 See Kinds Codes of USPTO Patent Documents 
at www.uspto.gov or MPEP 901.04. 3 Enter Office that issued the document, by the two-letter code (WIPO Standard ST.3). 4 For Japanese patent documents, the indication 
of the year of the reign of the Emperor must precede the serial number of the patent document. 5 Kind of document by the appropriate symbols as indicated on the document 
under WIPO Standard ST.16 if possible. 6 Applicant is to place a check mark here if English language Translation is attached. 

This collection of information is required by 37 CFR 1.97 and 1.98. The information is required to obtain or retain a benefit by the public which is to file (and by the USPTO to 
process) an application. Confidentiality is governed by 35 U.S.C. 122 and 37 CFR 1.14. This collection is estimated to take 2 hours to complete, including gathering, 
preparing, and submitting the completed application form to the USPTO. Time will vary depending upon the individual case. Any comments on the amount of time you require 
to complete this form and/or suggestions for reducing this burden, should be sent to the Chief Information Officer, U.S. Patent and Trademark Office, P.O. Box 1450, 
Alexandria, VA 22313-1450. DO NOT SEND FEES OR COMPLETED FORMS TO THIS ADDRESS. SEND TO: Commissioner for Patents, P.O. Box 1450, Alexandria, 
VA 22313-1450. 

If you need assistance in completing the form, call 1-800-PTO-9199 (1-800-786-9199) and select option 2. 
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PTO/SB/08A (07-06) 

Approved for use through 03/31/2007. 0MB 0651-0031 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 

Under the Paperwork Reduction Act of 1995 no persons are required to respond to a collection of information unless it contains a valid 0MB control number 

Substitute for form 1449/PTO Complete if Known 

INFORMATION DISCLOSURE Application Number 16/923,494 

STATEMENT BY APPLICANT 
Filing Date July 8, 2020 
First Named Inventor Teruaki OCHIAI 
Art Unit 2811 

(Use as many sheets as necessary) 
Examiner Name 

Sheet I 2 I of I 24 Attorney Docket Number 12732-2003004 

U.S. PATENT DOCUMENTS 

Examiner Cite Document Number Publication Date Name of Patentee or 
Pages, Columns, Lines, Where 

Initials* No. 1 Number-Kind Code2 (If known) MM-DD-YYYY Applicant of Cited Document 
Relevant Passages or Relevant 

Figures Appear 

US-2009/0123813 05-14-2009 Chiang.Yet al. 

US-5,910,382 06-08-1999 Goodenough.J et al. 
US-6,514,640 02-04-2003 Armand.M et al. 
US-2002/0195591 12-26-2002 Ravet.N et al. 
US-6,085,015 07-04-2000 Armand.M et al. 

US-4,668,595 05-26-1987 Yoshino.A et al. 
US-4,302,518 11-24-1981 Goodenough.J et al. 
US-5,783,333 07-21-1998 Mayer.S 
US-2001/0010807 08-02-2001 Matsubara.Y 

US-2006/0051671 03-09-2006 Thackeray.M et al. 
US-5,871,866 02-16-1999 Barker.J et al. 
US-5,443,929 08-22-1995 Yamamoto.Y et al. 
US-8,557,440 10-15-2013 Yu.D et al. 

US-5,240,794 08-31-1993 Thackeray.M et al. 
US-2006/0051673 03-09-2006 Johnson.C et al. 
US-2009/0123842 05-14-2009 Thackeray.M et al. 
US-2010/0143784 06-10-2010 Johnson.C et al. 

US-7,303,840 12-04-2007 Thackeray.M et al. 
US-7,635,536 12-22-2009 Johnson.C et al. 

FOREIGN PATENT DOCUMENTS 

Examiner 
Initials* 

I Examiner I 
Signature 

Cite 

No. 1 

Foreign Patent Document 

Country Code3 -Number4 -Kind Code 5 (if known) 

JP-2005-225734A 
JP-3959333 

JP-11-025983A 
J P-08-03 7007 A 

JP-2008-166156A 
JP-2012-084257 A 

Publication Date Name of Patentee or 
Pages, Columns, Lines, Where 

MM-DD-YYYY Applicant of Cited Document 
Relevant Passages or Relevant To 

Figures Appear 

08-25-2005 Abst. 
08-15-2007 Abst. 
01-29-1999 Full 
02-06-1996 Abst. 
07-17-2008 Abst. 
04-26-2012 Abst. 

*EXAMINER: Initial if reference considered, whether or not citation is in conformance with MPEP 609. Draw line through citation if not in conformance and not considered. 
Include copy of this form with next communication to applicant. 1 Applicant's unique citation designation number (optional). 2 See Kinds Codes of USPTO Patent Documents 
at www.uspto.gov or MPEP 901.04. 3 Enter Office that issued the document, by the two-letter code (WIPO Standard ST.3). 4 For Japanese patent documents, the indication 
of the year of the reign of the Emperor must precede the serial number of the patent document. 5 Kind of document by the appropriate symbols as indicated on the document 
under WIPO Standard ST.16 if possible. 6 Applicant is to place a check mark here if English language Translation is attached. 

This collection of information is required by 37 CFR 1.97 and 1.98. The information is required to obtain or retain a benefit by the public which is to file (and by the USPTO to 
process) an application. Confidentiality is governed by 35 U.S.C. 122 and 37 CFR 1.14. This collection is estimated to take 2 hours to complete, including gathering, 
preparing, and submitting the completed application form to the USPTO. Time will vary depending upon the individual case. Any comments on the amount of time you require 
to complete this form and/or suggestions for reducing this burden, should be sent to the Chief Information Officer, U.S. Patent and Trademark Office, P.O. Box 1450, 
Alexandria, VA 22313-1450. DO NOT SEND FEES OR COMPLETED FORMS TO THIS ADDRESS. SEND TO: Commissioner for Patents, P.O. Box 1450, Alexandria, 
VA 22313-1450. 

If you need assistance in completing the form, call 1-800-PTO-9199 (1-800-786-9199) and select option 2. 
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PTO/SB/08A (07-06) 

Approved for use through 03/31/2007. 0MB 0651-0031 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 

Under the Paperwork Reduction Act of 1995 no persons are required to respond to a collection of information unless it contains a valid 0MB control number 

Substitute for form 1449/PTO Complete if Known 

INFORMATION DISCLOSURE Application Number 16/923,494 

STATEMENT BY APPLICANT 
Filing Date July 8, 2020 
First Named Inventor Teruaki OCHIAI 
Art Unit 2811 

(Use as many sheets as necessary) 
Examiner Name 

Sheet I 3 I of I 24 Attorney Docket Number 12732-2003004 

U.S. PATENT DOCUMENTS 

Examiner Cite Document Number Publication Date Name of Patentee or 
Pages, Columns, Lines, Where 

Initials* No. 1 Number-Kind Code2 (If known) MM-DD-YYYY Applicant of Cited Document 
Relevant Passages or Relevant 

Figures Appear 

US-7,790,308 09-07-2010 Johnson.C et al. 

US-8,080,340 12-20-2011 Thackeray.M et al. 
US-2014/0332715 11-13-2014 Kawakami.T et al. 
US-2010/0248033 09-30-2010 Kumar.S et al. 
US-2011/0200879 08-18-2011 Saito.M et al. 

US-7,736,807 06-15-2010 Hasegawa.M et al. 
US-2015/0014581 01-15-2015 Kawakami.T et al. 
US-7,368,071 05-06-2008 Dahn.Jet al. 
US-2003/0134186 07-17-2003 Shizuki.T 
US-2006/0286459 12-21-2006 Zhao.Jet al. 
US-2010/003514 7 02-11-2010 Kotato.M et al. 
US-2010/0129715 05-27-2010 Saito.M et al. 
US-2013/0017 435 01-17-2013 Sato.H et al. 

US-2015/0014605 01-15-2015 Kawakami.T et al. 
US-2015/0155556 06-04-2015 Kawakami.T et al. 
US-2010/0216024 08-26-2010 Kanno.R et al. 
US-6,680, 143 01-20-2004 Thackeray.M et al. 

US-6,346,348 02-12-2002 Nakajima.H et al. 
US-2013/0156683 06-20-2013 Holzapfel.M et al. 

FOREIGN PATENT DOCUMENTS 

Examiner 
Initials* 

I Examiner I 
Signature 

Cite 

No. 1 

Foreign Patent Document 

Country Code3 -Number4 -Kind Code 5 (if known) 

CN-101148263A 
JP-2013-062082A 

JP-2012-066944A 
JP-2013-01241 QA 
J P-2005-332629A 
JP-2015-082374A 

Publication Date Name of Patentee or 
Pages, Columns, Lines, Where 

MM-DD-YYYY Applicant of Cited Document 
Relevant Passages or Relevant To 

Figures Appear 

03-26-2008 Abst. 
04-04-2013 Full 
04-05-2012 Full 
01-17-2013 Abst. 
12-02-2005 Abst. 
04-27-2015 Abst. 

*EXAMINER: Initial if reference considered, whether or not citation is in conformance with MPEP 609. Draw line through citation if not in conformance and not considered. 
Include copy of this form with next communication to applicant. 1 Applicant's unique citation designation number (optional). 2 See Kinds Codes of USPTO Patent Documents 
at www.uspto.gov or MPEP 901.04. 3 Enter Office that issued the document, by the two-letter code (WIPO Standard ST.3). 4 For Japanese patent documents, the indication 
of the year of the reign of the Emperor must precede the serial number of the patent document. 5 Kind of document by the appropriate symbols as indicated on the document 
under WIPO Standard ST.16 if possible. 6 Applicant is to place a check mark here if English language Translation is attached. 

This collection of information is required by 37 CFR 1.97 and 1.98. The information is required to obtain or retain a benefit by the public which is to file (and by the USPTO to 
process) an application. Confidentiality is governed by 35 U.S.C. 122 and 37 CFR 1.14. This collection is estimated to take 2 hours to complete, including gathering, 
preparing, and submitting the completed application form to the USPTO. Time will vary depending upon the individual case. Any comments on the amount of time you require 
to complete this form and/or suggestions for reducing this burden, should be sent to the Chief Information Officer, U.S. Patent and Trademark Office, P.O. Box 1450, 
Alexandria, VA 22313-1450. DO NOT SEND FEES OR COMPLETED FORMS TO THIS ADDRESS. SEND TO: Commissioner for Patents, P.O. Box 1450, Alexandria, 
VA 22313-1450. 

If you need assistance in completing the form, call 1-800-PTO-9199 (1-800-786-9199) and select option 2. 
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PTO/SB/08A (07-06) 

Approved for use through 03/31/2007. 0MB 0651-0031 

U.S. Patent and Trademark Office; U.S. DEPARTMENT OF COMMERCE 
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8) □ Claim(s) __ is/are objected to. 

9) D Claim(s) __ are subject to restriction and/or election requirement 
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Application Papers 
10)0 The specification is objected to by the Examiner. 
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Priority under 35 U.S.C. § 119 
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Certified copies: 
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Notice of Pre-AJA or AJA Status 

Page 2 

1. The present application, filed on or after March 16, 2013, is being examined under the 

first inventor to file provisions of the AIA. 

Status of Claims 

2. Claim(s) 1, 3-7, 9-13, 15-19, and 21-24 is/are pending. 

3. Claim(s) 2, 8, 14, and 20 is/are canceled. 

Priority 

4. Acknowledgment is made of applicant's claim for foreign priority under 35 U.S.C. 119 

(a)-(d). The certified copy has been filed in parent Application No. 15/638,449, filed on 30 June 

2017. 

Information Disclosure Statement 

5. The information disclosure statement filed on 03 August 2020 does not fully comply with 

the requirements of 37 CFR l .98(b) because: a copy of KR I 0-0696619 BI cited on page IO has 

not been provided in the parent application or the current application. Since the submission 

appears to be bona fide, applicant is given ONE (1) MONTH from the date of this notice to 

supply the above mentioned omissions or corrections in the information disclosure statement. 

NO EXTENSION OF THIS TIME LIMIT MAY BE GRANTED UNDER EITHER 37 

CFR l.136(a) OR (b). Failure to timely comply with this notice will result in the above 
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mentioned information disclosure statement being placed in the application file with the 

noncomplying information not being considered. See 37 CFR 1.97(i). 

Drawings 

6. The drawings are objected to because Figs 37 A-40E2 are photographs and/or 

Page 3 

photomicrographs, which are not of sufficient quality so that all details in the photographs and/or 

photomicrographs are reproducible in the printed patent. Photographs must be of sufficient 

quality so that all details in the photographs are reproducible in the patent. See 37 CFR 1.84 

(b)(l). Corrected drawing sheets in compliance with 37 CFR 1.12l(d) are required in reply to the 

Office action to avoid abandonment of the application. Any amended replacement drawing sheet 

should include all of the figures appearing on the immediate prior version of the sheet, even if 

only one figure is being amended. The figure or figure number of an amended drawing should 

not be labeled as "amended." If a drawing figure is to be canceled, the appropriate figure must be 

removed from the replacement sheet, and where necessary, the remaining figures must be 

renumbered and appropriate changes made to the brief description of the several views of the 

drawings for consistency. Additional replacement sheets may be necessary to show the 

renumbering of the remaining figures. Each drawing sheet submitted after the filing date of an 

application must be labeled in the top margin as either "Replacement Sheet" or "New Sheet" 

pursuant to 37 CFR 1.12l(d). If the changes are not accepted by the examiner, the applicant will 

be notified and informed of any required corrective action in the next Office action. The 

objection to the drawings will not be held in abeyance. 
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7. The drawings are objected to as failing to comply with 37 CFR l.84(p)(5) because they 

do not include the following reference sign(s) mentioned in the description: 214 (e.g., [0367], 

[0615]). Corrected drawing sheets in compliance with 37 CFR l.12l(d) are required in reply to 

the Office action to avoid abandonment of the application. Any amended replacement drawing 

sheet should include all of the figures appearing on the immediate prior version of the sheet, 

even if only one figure is being amended. Each drawing sheet submitted after the filing date of 

an application must be labeled in the top margin as either "Replacement Sheet" or "New Sheet" 

pursuant to 37 CFR l.12l(d). If the changes are not accepted by the examiner, the applicant will 

be notified and informed of any required corrective action in the next Office action. The 

objection to the drawings will not be held in abeyance. 

Specification 

8. The disclosure is objected to because of the following informalities: 

The term "cylindrical" is underlined in paragraph [0310]. The underlining appears to be 

an artifact from amendments made in the parent application. The term "cylindrical" should not be 

underlined in paragraph [0310]. 

Reference character 214 is described in paragraph [0367]. However, reference character 

214 is not present in the drawings. 

The term "laminated" is underlined in paragraph [0615]. The underlining appears to be an 

artifact from amendments made in the parent application. The term "laminated" should not be 

underlined in paragraph [0615]. 

Reference character 214 is described in paragraph [0615]. However, reference character 

214 is not present in the drawings. 
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Appropriate correction is required. 

9. The title of the invention is not descriptive. A new title is required that is clearly 

indicative of the invention to which the claims are directed. 

The following title is suggested: POSITIVE ELECTRODE ACTIVE MATERIAL 

INCLUDING LITHIUM COBALTATE COATED WITH LITHIUM TITANATE AND 

MAGNESIUM OXIDE. 

Claim Rejections - 35 USC§ 102 

Page 5 

10. The following is a quotation of the appropriate paragraphs of 35 U.S.C. 102 that form the 

basis for the rejections under this section made in this Office action: 

A person shall be entitled to a patent unless -

(a)(l) the claimed invention was patented, described in a printed publication, or in public use, on sale, 
or otherwise available to the public before the effective filing date of the claimed invention. 

11. Claim(s) 1, 3-5, 7, 9-11, 13, 15-17, 19, and 21-23 is/are rejected under 35 U.S.C. 

102(a)(l) as being anticipated by Liu et al. (CN 102610806 B, hereinafter Liu). 

Regarding claim 1, Liu discloses a lithium-ion secondary battery comprising a positive 

electrode, the positive electrode comprising a positive electrode active material particle 

comprising lithium cobaltate (Fig. 2, [0012]): 

• wherein the positive electrode active material particle comprises titanium, 

magnesium, fluorine, and oxygen in a range from a surface of the positive 

electrode active material particle to an inside of the positive electrode active 

material particle where a concentration of the magnesium which is detected by 
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analysis in a depth direction is 1/5 of a peak (see 

Li1.01Coo_99Mgo.oosAlo.oosTio.0101.99sFo.oos, [0029]). 

Page 6 

The phrase "a peak" is not defined with respect to any measurement method. The 

specification describes "a concentration of the magnesium" can be determined by EDX line 

analysis. However, the claims are not limited to this method. The limitation "where a 

concentration of the magnesium which is detected by analysis in a depth direction is 1/5 of a 

peak" does not further limit the limitation "the positive electrode active material particle 

comprises titanium, magnesium, fluorine, and oxygen in a range from a surface of the positive 

electrode active material particle to an inside of the positive electrode active material particle" 

because "a peak" is not defined within the claim. 

Regarding claim 3, Liu discloses all claim limitations set forth above and further 

discloses a lithium-ion secondary battery: 

wherein a relative value of a concentration of the titanium is greater than or equal to 

• 0.05 and less than or equal to 0.4 when the surface of the positive electrode active 

material particle is subjected to an XPS analysis and a concentration of cobalt is 

defined as I ([0013]-[0015]). 

Regarding claim 4, Liu discloses all claim limitations set forth above and further 

discloses a lithium-ion secondary battery: 

• wherein a relative value of a concentration of the magnesium is greater than or 

equal to 0.4 and less than or equal to 1.5 when the surface of the positive 

electrode active material particle is subjected to an XPS analysis and a 

concentration of cobalt is defined as I ([0013]-[0015]). 
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Regarding claim 5, Liu discloses all claim limitations set forth above and further 

discloses a lithium-ion secondary battery: 

Page 7 

• wherein the titanium, the magnesium, the fluorine, and the oxygen are provided in 

a range from the surface of the positive electrode active material particle to a 

depth of 5 nm ([0013]-[0015]). 

Regarding claim 7, Liu discloses a lithium-ion secondary battery comprising a positive 

electrode, the positive electrode comprising a positive electrode active material particle 

comprising lithium cobaltate (Fig. 2, [0012]): 

• wherein the positive electrode active material particle comprises titanium, 

magnesium, fluorine, and oxygen in a range from a surface of the positive 

electrode active material particle to an inside of the positive electrode active 

material particle where a concentration of the magnesium which is detected by 

analysis in a depth direction is 1/5 of a peak (see 

Li1.01Coo_99Mgo.oosAlo.oosTio.0101.99sFo.oos, [0029]), and 

• wherein a concentration of the magnesium is larger than a concentration of the 

titanium when the surface of the positive electrode active material particle is 

subjected to an XPS analysis ([0013]-[0015]). 

The phrase "a peak" is not defined with respect to any measurement method. The 

specification describes "a concentration of the magnesium" can be determined by EDX line 

analysis. However, the claims are not limited to this method. The limitation "where a 

concentration of the magnesium which is detected by analysis in a depth direction is 1/5 of a 

peak" does not further limit the limitation "the positive electrode active material particle 

comprises titanium, magnesium, fluorine, and oxygen in a range from a surface of the positive 
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electrode active material particle to an inside of the positive electrode active material particle" 

because "a peak" is not defined within the claim. 

Regarding claim 9, Liu discloses all claim limitations set forth above and further 

discloses a lithium-ion secondary battery: 

• wherein a relative value of the concentration of the titanium is greater than or 

equal to 0.05 and less than or equal to 0.4 when the surface of the positive 

electrode active material particle is subjected to the XPS analysis and a 

concentration of cobalt is defined as I ([0013]-[0015]). 

Regarding claim 10, Liu discloses all claim limitations set forth above and further 

discloses a lithium-ion secondary battery: 

• wherein a relative value of the concentration of the magnesium is greater than or 

equal to 0.4 and less than or equal to 1.5 when the surface of the positive 

electrode active material particle is subjected to the XPS analysis and a 

concentration of cobalt is defined as I ([0013]-[0015]). 

Regarding claim 11, Liu discloses all claim limitations set forth above and further 

discloses a lithium-ion secondary battery: 

• wherein the titanium, the magnesium, the fluorine, and the oxygen are provided in 

a range from the surface of the positive electrode active material particle to a 

depth of 5 nm ([0013]-[0015]). 

Regarding claim 13, Liu discloses electronic device comprising a lithium-ion secondary 

battery, the lithium-ion secondary battery comprising a positive electrode comprising a positive 

electrode active material particle comprising lithium cobaltate (Fig. 2, [0012]); a negative 

electrode; and an electrolyte (see battery, [0052]), 
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• wherein the positive electrode active material particle comprises titanium, 

magnesium, fluorine, and oxygen in a range from a surface of the positive 

electrode active material particle to an inside of the positive electrode active 

material particle where a concentration of the magnesium which is detected by 

analysis in a depth direction is 1/5 of a peak (see 

Li1.01Coo_99Mgo.oosAlo.oosTio.0101.99sFo.oos, [0029]). 

The phrase "a peak" is not defined with respect to any measurement method. The 

specification describes "a concentration of the magnesium" can be determined by EDX line 

analysis. However, the claims are not limited to this method. The limitation "where a 

concentration of the magnesium which is detected by analysis in a depth direction is 1/5 of a 

peak" does not further limit the limitation "the positive electrode active material particle 

comprises titanium, magnesium, fluorine, and oxygen in a range from a surface of the positive 

electrode active material particle to an inside of the positive electrode active material particle" 

because "a peak" is not defined within the claim. 

Regarding claim 15, Liu discloses all claim limitations set forth above and further 

discloses an electronic device: 

• wherein a relative value of a concentration of the titanium is greater than or equal 

to 0.05 and less than or equal to 0.4 when the surface of the positive electrode 

active material particle is subjected to an XPS analysis and a concentration of 

cobalt is defined as I ([0013]-[0015]). 

Regarding claim 16, Liu discloses all claim limitations set forth above and further 

discloses an electronic device: 



AMPEREX Ex. 1002 
Page 282

Application/Control Number: 16/923,494 
Art Unit: 1725 

Page 10 

• wherein a relative value of a concentration of the magnesium is greater than or 

equal to 0.4 and less than or equal to 1.5 when the surface of the positive 

electrode active material particle is subjected to an XPS analysis and a 

concentration of cobalt is defined as I ([0013]-[0015]). 

Regarding claim 17, Liu discloses all claim limitations set forth above and further 

discloses an electronic device: 

• wherein the titanium, the magnesium, the fluorine, and the oxygen are provided in 

a range from the surface of the positive electrode active material particle to a 

depth of 5 nm ([0013]-[0015]). 

Regarding claim 19, Liu discloses an electronic device comprising a lithium-ion 

secondary battery, the lithium-ion secondary battery comprising a positive electrode comprising 

a positive electrode active material particle comprising lithium cobaltate (Fig. 2, [0012]); 

negative electrode; and an electrolyte (see battery, [0052]): 

• wherein the positive electrode active material particle comprises a first region and 

a second region (see Li1.01Coo_99Mgo.oosAlo.oosTio.0101.995fo.oos, [0029]), 

• wherein the first region comprises cobalt ([0013]-[0015]), 

• wherein the second region comprises titanium, magnesium, fluorine, and oxygen 

([0013]-[0015]), 

• wherein the second region is in a range from a surface of the positive electrode 

active material particle to an inside of the positive electrode active material 

particle where a concentration of the magnesium which is detected by analysis in 

a depth direction is 1/5 of a peak ([0013]-[0015]). 
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specification describes "a concentration of the magnesium" can be determined by EDX line 

analysis. However, the claims are not limited to this method. The limitation "where a 

concentration of the magnesium which is detected by analysis in a depth direction is 1/5 of a 

peak" does not further limit the limitation "the positive electrode active material particle 

comprises titanium, magnesium, fluorine, and oxygen in a range from a surface of the positive 

electrode active material particle to an inside of the positive electrode active material particle" 

because "a peak" is not defined within the claim. 

Regarding claim 21, Liu discloses all claim limitations set forth above and further 

discloses an electronic device: 

• wherein a relative value of a concentration of the titanium is greater than or equal 

to 0.05 and less than or equal to 0.4 when the surface of the positive electrode 

active material particle is subjected to an XPS analysis and a concentration of 

cobalt is defined as I ([0013]-[0015]). 

Regarding claim 22, Liu discloses all claim limitations set forth above and further 

discloses an electronic device: 

• wherein a relative value of a concentration of the magnesium is greater than or 

equal to 0.4 and less than or equal to 1.5 when the surface of the positive 

electrode active material particle is subjected to an XPS analysis and a 

concentration of cobalt is defined as I ([0013]-[0015]). 

Regarding claim 23, Liu discloses all claim limitations set forth above and further 

discloses an electronic device: 
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• wherein the second region is the titanium, the magnesium, the fluorine, and the 

oxygen are provided in a range from the surface of the positive electrode active 

material particle to a depth of 5 nm ([0013]-[0015]). 

Claim Rejections - 35 USC§ 103 

12. The following is a quotation of 35 U.S.C. 103 which forms the basis for all obviousness 

rejections set forth in this Office action: 

A patent for a claimed invention may not be obtained, notwithstanding that the claimed invention is not 
identically disclosed as set forth in section 102, if the differences between the claimed invention and the 
prior art are such that the claimed invention as a whole would have been obvious before the effective 
filing date of the claimed invention to a person having ordinary skill in the art to which the claimed 
invention pertains. Patentability shall not be negated by the manner in which the invention was made. 

13. The factual inquiries for establishing a background for determining obviousness under 35 

U.S.C. 103 are summarized as follows: 

1. Determining the scope and contents of the prior art. 

2. Ascertaining the differences between the prior art and the claims at issue. 

3. Resolving the level of ordinary skill in the pertinent art. 

4. Considering objective evidence present in the application indicating obviousness or 

nonobviousness. 

14. This application currently names joint inventors. In considering patentability of the 

claims the examiner presumes that the subject matter of the various claims was commonly 

owned as of the effective filing date of the claimed invention(s) absent any evidence to the 

contrary. Applicant is advised of the obligation under 37 CFR 1.56 to point out the inventor and 

effective filing dates of each claim that was not commonly owned as of the effective filing date 

of the later invention in order for the examiner to consider the applicability of 35 U.S.C. 

102(b)(2)(C) for any potential 35 U.S.C. 102(a)(2) prior art against the later invention. 
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15. Claim(s) 6, 12, 18, and 24 is/are rejected under 35 U.S.C. 103 as being unpatentable 

over Liu et al. (CN 102610806 B) as applied to claim(s) 1, 7, 13, and 19 above, and further in 

view of Gao et al. (US 2016/0104880 Al, hereinafter Gao). 

Regarding claims 6, 12, 18, and 24, Liu discloses all claim limitations set forth above, 

but does not explicitly disclose a lithium-ion secondary battery and/or an electronic device: 

• wherein the positive electrode further comprises a conductive additive, and 

• wherein the conductive additive comprises carbon fiber, graphene or multilayer 

graphene. 

Gao discloses a positive electrode comprising at least one of carbon fiber, graphene, or 

multilayer graphene as a conductive additive to improve the conductivity of the positive 

electrode ([0028]-[0029]). Liu and Gao are analogous art because they are directed to lithium­

ion secondary battery. Therefore, it would have been obvious to one of ordinary skill in the art at 

the effective filing date of the invention to make the positive electrode of Liu with the conductive 

additive of Gao in order to improve the conductivity of the positive electrode. 

Conclusion 

16. Any inquiry concerning this communication or earlier communications from the 

examiner should be directed to Sean P Cullen, Ph.D. whose telephone number is (571)270-1251. 

The examiner can normally be reached on Monday-Thursday 6:00 am-4:00 pm Central, Friday 

6:00 am-12:00 pm Central. 

Examiner interviews are available via telephone, in-person, and video conferencing using 

a USPTO supplied web-based collaboration tool. To schedule an interview, applicant is 
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http://www.uspto.gov/interviewpractice. 

If attempts to reach the examiner by telephone are unsuccessful, the examiner's 
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supervisor, Basia A Ridley can be reached on (571)272-1453. The fax phone number for the 

organization where this application or proceeding is assigned is 571-273-8300. 

Information regarding the status of an application may be obtained from the Patent 

Application Information Retrieval (PAIR) system. Status information for published applications 

may be obtained from either Private PAIR or Public PAIR. Status information for unpublished 

applications is available through Private PAIR only. For more information about the PAIR 

system, see https://ppair-my.uspto.gov/pair/PrivatePair. Should you have questions on access to 

the Private PAIR system, contact the Electronic Business Center (EBC) at 866-217-9197 (toll­

free ). If you would like assistance from a USPTO Customer Service Representative or access to 

the automated information system, call 800-786-9199 (IN USA OR CANADA) or 571-272-

1000. 

/Sean P Cullen, Ph.D./ 
Primary Examiner, Art Unit 1725 
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