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(57) Abstract: [Problem] To provide: a positive electrode active material for

(ZF|F)/(EFR) =078 lithium secondary batteries, which suppresses cracking of active material

AA particles in the course of a charging/discharging cycle and which exhibits

high charging/discharging cycle performance; a method for manufacturing

the same; and a lithium secondary battery using the same. [Solution] This

positive electrode active material for the lithium secondary battery contains a

lithium-transition metal complex oxide having an o-NaFeO, structure and

having a diffraction peak at 20=44+1° and a diffraction peak at 20=18.6+1°

in a powder X-ray diffraction diagram using CuKa rays, wherein regarding

FWHM (003)/FWHM (104) which is the ratio of the half-width value

8 FWHM(003)FWHM(104)=0.70

B XX

F (104)

S A FWHM (003) of the diffraction peak at 20=18.6+1° to the half-width value
g FWHM (104) of the diffraction peak at 20=44+1°, the ratio of FWHM
= FWHM(003)/FWHM(104)=0.39 (003)/FWHM (104) in a fully-charged state immediately after a fully-dis-
CCumx charged state to FWHM (003)/FWHM (104) in the fully-discharged state is
g at least 0.72.
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BHEBESEIYML i Niy ,5C0o 2sMng 300, 2E LA, TODH
BENCHRD ) FULEBREEBESRILYMONTFOEEZB9ICRT,

[0129] (th&pI2—4)

RISCRISEAERIIRICBWVWT, Jv b7V EZD LKBRERML AWK
ERWT, EfREFI2—1 ERABRICLT, EBRHI2 -4 I1IR2 ) FULERE
BEABIEML iNi, ,6C0, 2sMny 300, S L,

[0130] (th&fHI2—5)

ARSI RRICEWVW T, RISREMBZRABTIBRICT vib) FULER

MUABAWSRERWT, EREF2 -1 EEKRICLT, LLBHI2Z-51X%2)F
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D LABREBEESBIEYWL i Niy 4,5sC00 25Mng 300, %EFE L/,
[0131] (tt&pI2—-6. 2—7)
AIECRIBRIAERITRZICHEWVWT, Ni :Co : MnDEILE, 45:25
: 3005, 80:10:10IKEEL., RIBERIRICSWVT, #IEEAL
vy NOBERBESZ., 900THL, ThEh, 700C, 800TCICEEL
MG, EEFI2 -1 &EKRICLT. FhEh, k&pl2-6, 2—-7IC
%3V FOLBRERBESEIEML i Niy §0C 00 10Mnyg 100, %R
L7z,
[0132] <*{EWEDRIE>
EEFZ2 -1 ~2—-14RVLERFI2 -1 ~2-T7IC%2 ) FILEBRE
BESBIEMICOVWT, Ty 7 XAREHEE (Rigak utt, L M
iniFlex | 1) ZBWT, LEBOFETHRT v 7 AREITRIE %
TW, 260=44° £1° [IFEATZEE—7DOFERBFWHM (104
) ZRE LT,
Fro. RTCOEBHIRCLEFD ) Fo LEREBEBESBIEWIE. «—N
aFeO,BEEATHI &AL,
[0133] <ZERRFEDRIE>
EEFZ2 -1 ~2—-14RVLERFI2 -1 ~2-T7IC%2 ) FILEBRE
BEAEIEMICDOWT, QuantachromettBL lautosorb Q] RUHIE - R4
Y7k TASiQwin] ZRAWT, LEOEXRGFETHABTEAV 2R, F/. Quan
tachrome#t®4(D TULTRAPYCNOMETER 1000] #FBWTCEBE d AR, ZZfRE
=EH L,
[0134] <Y FULIREMDER>
EEFZ2 -1 ~2—-14RVLERFI2 -1 ~2-T7IC%2 ) FILEBRE
BESHBIEMEZETNETNEREME S L THWELAIEERH 1 EERICL
THEHELULE®S, RIEET 774 FBB (BiR) . AIREHKEHREZRAWT
 ERFITEERICLT, UFULIREBEFREL .
[0135] <#DHAZEMEIRE>
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[0136]

[0137]

[0138]

RIS N/ FOLTREMIEZ. 25COT. PTREIRICHL L,
*EIF. ER0. 1C, EF4. 6 VOEEBREEEREE L. REKRLZE
BHIXEREST BICHELAERRE L, BB, 80, 1C, ¥IES
2. OVOEBFWEE L, COXRKEE2HY A U INITok, TI T,
REBRRUVBERICEN TN 3 00DKRIEBREHRIT .

<TRETA 7 IEHBR>

HmWT, EHEF 1 EEBORET, 1001 2 ILORKREY 1 VILEER

{127,

FRERETA VILERICE T 11 VIEBORESEICNTS100
YA ONEDOREFEDEDIXREEHL, T1CHEMIFX (%) | &LE

EEFZ2 -1 ~2—-14RVLERFI2 -1 ~2-T7IC%2 ) FILEBRE
BEASBIEMONI : Co : MnDEILEL, FWHM (104) | ZERREKR,
EEMEOERESE (FHIENH, FORMOEE,. BEEIFIOREE. RAUR
E) . LEOYFULERGCBESRIEYE TN TNEGEYESE LTHL
) FOLIREBORBRBRER2ICTHT,
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[#2]
Ni:Co:Mn | NH.FOXRAD | SEREEAF | WRARLEE | FWHM(I04) | ZIEFE [ 1CER#ES
OENH DF DA r°c] 1 (%] ki)
ErEHI2-1 | 45:25:30 #HY LiF 900 0.145 35 06
EEF2-2 | 452530 HY LiF 920 0.140 31 96
ErEM2-3 | 452530 HY LiF 940 0.136 28 97
REM2-4 | 452530 H) LiF 960 0.132 22 98
EikEflz-5 | 45:25:30 &Y LiF 980 0.128 18 98
RiE@2-6 | 452530 Hb LiF 1000 0.125 15 98
RHEM2-7 | 40:30:30 #HY LiF 960 0.132 22 96
EEH2-8 | 50:25:25 HY LiF 960 0.133 23 97
EHEM2-9 | 552025 HY LiF 960 0.135 2.4 96
EHEM2-10 | 60.0:40 HY LiF 1000 0.127 1.7 96
EiEM2-11 [ 50:0:50 HY LiF 1000 0.126 16 97
Ehefl2-12 | 45.25:30 By Li,SO, 960 0.132 2.2 97
EEF2-13 | 45:25:30 HY Li,PO, 960 0.132 22 97
EHR2-14 [ 45:25:30 A{ W NHLF 1000 0.127 1.9 91
H g2 45:25:30 HY LiF 880 0.148 39 85
teEH2-2 | 452530 &HY LiF 1050 0121 25 88
thExEI2-3 | 45:25:30 il #L 960 0.132 42 83
tE#EBI2-4 | 45:25:30 L LiF 960 0.132 37 84
thEEEI2-5 | 45:25:30 U #L 960 0.132 38 84
EEEfFl2-6 | 80:10:10 Hi LiF 700 0135 40 77
thERI2-7 | 801010 #y LiF 800 0.123 3.2 79

[0139] ®24&Y., FWHM (104) »#*0. 125~0. 145° OHERICH
YU, ZTREMNT, 5~3. 5%DEERNICHZ ) FU LBRERESHEILY
HEMEME S LTERLAY FULIRER (ERHl2-—1~2-14)
. AN BERBRIEL, TREY A VIVEEFBRTWEZ DD
AT

INICRH LT, FWHM (104) #0. 125&kYNX<TH, 0. 1
45° JYRELTH, M INBEMERIIES LS (ERFHI2-1, 2
—2,. 2—788) , £/=. FWHM (104) »#0. 125~0. 145
* DEERNICH-TH, EREHNI. 5R%EBADE, YA VI BEMIEE
WKL 2% (B2 —3~2—-65R) ,
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[0140]

[0141]

[0142]

LD >T. AEEFICEVTIE. TREY A VI EEEEZRLEIES280
I FWHM (104) #0. 125~0. 145° [ hD%EpEEAE1. 5
~3. 5%&T 3,

Flo R2ICARTINDBEDIC, XEBBICBEWTIE, Z7vERAFY (NH,
F) #8872ARPTNi, CoRUMnNEEETHLENERLIET
B-BBRAIC, BEREBFIELTCLIF, Li,SO0, LisPO2883HE
THERT DI EICLY, FWHM (104) »#0. 125~0. 145°
DOERENAT1. 5~3. 5%THD)FVLEREBESHILYOEIESE
MEEFERT DL ENTE S,

BREEAMMET X2 ETREANI, 5%LYKRETAY (LLBFI2 -1,
2—6) ., &/, FWHM (104) #0. 145° LYKRELRBIFED
Hy (LBHI2-1) . BREEFSETESLEFWHM (104) 0. 1
25° JYNELLD (E&FI2—-2) OT., THREY A VILEEEZR L
BB, BREEIR. 900~1000TCTETHIENFELL,

F. NiO2HEENSTELEFWHM (104) A0, 125° &y
INELKRDBFEDNDHD (LL&HI2—-T7) OT. EREBTEMe IIHT SN
i DEIEN T /Melk, 0. 4~0. 6&FTBZEMNFFELL,

AFEADOE=DRFEMEICHINT 2REMN % RHEH 3 & L TUTICTRT,
(EHEHI3)

(EfEFHI3—1~3—-17)

RIECIER TR2ICH VT, BIEERL Y NOBEESEE%E, 900THS100
OCIZEELAUAE. EEHIT—1~1—-7EAKRICLT, Thth, =
HEHIS—1~3—-7IC%3YFULEBREBESRIEHML iNi, ;Co, ;
Mn, ;0,2 &L 7%,

(EfEFI3—-8~3—12)

RIECIER TR2ICH VT, BIEERL Y NOBEESEE%E, 900THS100
OCICER L=MAE, EfEfl1 —8~1—12&@EHICLT. FNFh,
RMEHIS —8~3—12(LHF2D)FILEBERBESBIENL i Niy, ¢Mn
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[0143]

[0144]

[0145]

[0146]

[0147]

[0148]

6 2050 LiNig sMng 50,0 LiNig sCoy Mng 40, Li
Ni, sCoo sMngy 30, LiNig sCogy sMng 0,5 &7,
(E/EFIS -1 3)

BIEEBER LRZICHW T, RIEERL Y NOBEEEZ., 1000TCTH5H95
OCICER L UAE, EREFI1 — 1 EERICLT. ERFI3— 13173
) F ) LABREBESEREML iNi, 5Co, sMn, ;0,5FEL 1,
(EHEFI3—14)

REGIT — 1 EEBRICLT, A3 141642 FILEBREEES
Bl iNi, 3Co,, sMn, ;0, 2R,

(tb&f513 —1~3—3)

BIEEBERR LRZICHEW T, RIEERL Y NOBEUEEZ., 900TCTHAS5100
OCIZERE LAUAE, BE&EHIT —1~1 -3 EEAKRICLT,. Thth, Lt
BEIS—1~3—-3IXF2)FULERNEBESELEML iNi, ;Co,, 3
Mn, 0, &E&L T,

<YFILIREMDER>

EREFIS—1~3 -1 4RCLEBHI—1~3 -3 ILHED ) FILERS
BESHBIEMEZETNETNEREME S L THWELAIEERH 1 EERICL
THEHELULE®S, RIEET 774 FBB (BiR) . AIREHKEHREZRAWT
EREAIT EEKRICLT, UFIULIREMEFERL L,

RIS N/ FOLTREMIEZ. 25COT. PTREIRICHL L,
REIX, BHO. 1C, EF4. 3I5VOEEREEEREE L. REKRILE
FHRERENT BICEELRRE Lz, RER., BR0. 1C. #iE
EX2. OVOEEARKEBEE L COTHMEE2Y A V1T oF, TIT
. REBRRUBBRICTRZTNR 1 ODOKRILBREE T,

<EKEHREH A VILEER>

T, EREA 1 ERABOXET, 10091 VILOFREY 1 VAR
X RReY (o

FRERETAILBRICETZ 191 VIVBOREREICNTS100
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YA ONEOREFEDELXREEH L, 11 CREMRFER (%) | &LE

[0149] <ERFHA XDRE>

EREFIS—1~3 -1 4RCLEBHI—1~3 -3 ILHED ) FILERS
BEASHBIEMEZETNETNEREME S LTHWE) FULIRERICOWT
. LEEWHEAEINER. EMRRZERYE L. ERBFIRICLAN>T2. OV (
vs., Li/Li*) FTHRELTRERREE LEBR, RO, LiEFIR
ICLEN>TEU®4A, 45V (vs., Li/Li*) £TEELTCHRERKE
ELEEBRZARL. LEFIRICLAED > TEIERULAEBEFICDOWT,
LREEFHICTIY I ABEITAEZIT> THREFHAI XZEE LKL, JIT
. ABRREBOEBRICEDOVWTEEINZFRFH1XEZ SOC100
%TOHRFHA X [nm] 1 &LTEEFEL. RERREBOEMBIRICE DL
TEEINERHREFH1X% [SOCO%TOREFHA X [nm] | &L
TEeL .

[0150] <%+ ZIIL1%DCRDAE>

LR FVLERNEBESR M ERWIEKEREERICOWT, L&
FIBIC LD >TRELAEZT100H 1 VILEBEDODCR%E T4 7 IL%EDCR
1 &ELTEELE 14 2)IL%DCR [Q] 1 iF, Eitt (W&T>T774
N) ILHI3BSOCEO0%TDETH S,

[0151] FEEHI3 —1~3 -1 4RVCLBEFIZ—1~3-3ILHKDYFULERS
BEABIEYMON | : Co : MnDEINLL, EMGEMEOEREZE (HEN
H,FORMOEE, BREBIFIOER., BEUEE) . LD FULERERE
BEBEMEZTNTNERENEE LTRAVWE) FULIREBMOARER

(BERFTA X, Y1V %DCR, 1 CEEHRER) 2#X3IIR7,

[0152]
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[£R3]

_ . SCC0%TE | SOC100% T | SOC0-+100% . 1CEsHE

Ni:Co:Mn P;:ifﬁ‘u“ PR F I ‘ﬁ’gﬁ.,c"?rg e | wRToix | mem W'J’['ﬁDCR 7

fnm] [nm] [nm] [%]

EAEFI3-1 | 1:1:1 B0 LiF1% 1000 170 150 20 6.9 a5
EHEI3-2 1:1:1 H0 LiF2% 1000 175 160 15 6.7 95
FHEF3-3 | 1:1:1 B0 LiF3% 1000 180 165 15 6.6 95
EEF3-4 | 1:1:1 B0 LiF4% 1000 185 175 10 6.5 95
EEFI3-5 | 1:1:1 50 LiFS% 1000 190 180 10 6.5 95
EHEFI3-6 | 1:1:1 &0 Li,S0, 1000 170 150 20 7.0 a5
EEFI3-7 | 1:1:1 &1 LisPO, 1000 170 150 20 7.2 95
EieF13-8 | 6:0:4 kol LiF1% 1000 170 150 20 7.6 96
EEFI3-9 | 5:0:5 &0 LiF1% 1000 170 150 20 7.4 97
EHEHI2-10] 5:1:4 &0 LiF1% 1000 170 150 20 7.5 95
EXEH3-11] 5:2:3 &0 LiF1% 1000 170 150 20 7.3 95
EHEM3-12] 5:3:2 0 LiF1% 1000 170 150 20 7.0 95
EHEHIZ-13[ 1:1:1 & LiF1% 950 160 140 20 7.2 94
EHEHM3-14] 1:1:1 [.51] LiF1% 900 150 130 20 7.5 92
LEEeFI3-1 | 10101 Bl LiIF1% 1000 170 145 25 10.2 90
HhEdR3-2 | 11l & Bl 1000 165 135 30 10.5 90
He®E3-3 ] 10101 "L Bl 1000 160 125 35 107 89

[0163] X3 &Y, WThOEYES., BRFTFA N, HERKE (SOC0%
) DOEEDKRERRE (SOC100%) IKATTHEALTZZEDDHLD
M, LEBOBRFTA XDREVEN 20 nmUTOERENE (EHEHI3 —
1~3—-14881R) 2. BYEHNF 20 nmEBASEEEYWE (LLEFI3 —
1~3—-38R) SLBLT. Y4 7IEDCRANIL, 1 CEEHRE
PEwZ Ehhh s,

[0164] AEEHEBICKRZIEBENPEELEETIERE ALV H—KRx— %
BT 2IKEREE 2HIEDELY FU LIREROREIES % ZHEH 4
ELTUTRIKERT,

(EZhef4)

(EfEHI4 —1~4—3)

EREFI2 -1 EEAKICLT, EfEHFIL4 —1~4 -3 THWSL)FULER
SBEASEEML i Niy 4:C0o 25Mng 300, BEE LT,
FEOYFULEBEREEBEARIEMEEHEME S L TRV, FKERE
DBEEELT, TFLYA—RR—bF (EC) /ITFILAFIVA—RR— b
(EMC) /SXFIH—RR—k (DMC) AAHELLG : 7 : TTHBER
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BREORDYIL, TFLYA—KRRx—bt (EC) /FOELYAH—KRR—

N (PC) /ZFIAFIA—FREx—KF (EMC) B, ZhTh. FEL2
5:5:70, 20:10:70, 27 :3:70TH3RABELAVE
A E, EfEF2 EEARICLT. ThEN, EELI4 —1~4-3IZ%5Y
FOLZREBMZERL,

[0155] (EMEHI4 —4~4—8)

EfEM2-—2~2-6&@AKICLT. TNEh, EEl4—-4~4-8T
BAWa)FIOLBBREBEABIEML iNig 4,sCo0g 2sMng 500, %1E
2L,

ROV FULEREERESRIEMEZZTNETNERENE S LTHW. 3E
KEFBEDRAEE LT, EC/EMC /DMCHI&EIELLG : 7 : TTHBR
AREORHYIC, EC/PC/EMCHIKTIELLE25 : 5 : 7T0THBES
BEEZRBWELUAE, BRI EAKICLT. FhEh, ERfl4—4~4
—8ILFRD ) FIOLIREMEERL I,

[0156] (EMEHI4—9, 4—-10)

EREFI2-10. 2—11EAKICLT. Theh, EEHM4L -9, 4—
10THWS Y FIULEBEBEAEILYML i Niy coMng 400, L
Niog soMng 500, &8I0,

ROV FULERERESRIYZ EBEME L LTHW., FEKERE
DOBEBE LT, EC/EMC /DMCHATRELLG : 7 1 7T THDEEBED
KbyYic, EC/PC/EMCH*IELL25 : 5 : 70 THZEAAREEA
WA, Riefl2 SEKRICLT. FnEhn. ZEM4 -9, 4—10IC
BBV FIUOLIREBEERL =,

[0157] (&EHI4—-1~4-3)

EEFZ2 -1 ERAKICLT, 64— 1~4 -3 THWSD)FULER
SBESBEML i Niy ,5C00 2sMng 300, &S LT,

ROV FULERERESRIYZ EBEME L LTHW., FEKERE
DOBEBE LT, EC/EMC /DMCHATRELLG : 7 1 7T THDEEBED
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KbYiZ, hEth, EC/EMCHEEL3 0 : 70THLEEGAE. E
C/7i#axTFLrvA—KRx—h (FEC) /JEMCHFEELL25 : 5 :
7T0THBELRRE, EC/FEC/EMCHIH&EELL20:10: 70TH
LRABEEZAVWEUAZ. EEMZ2 EARICLT. ThETh, EH14 —

1~4 -3 (F2)VFILIREREER L,

[0158] (Lb&kfl4 —1~4—4)

b2 —1 ~2 -4 SEKICLT. ThEh, th&fFl4—1~4-4T
BAWa)FIOLBBREBEABIEML iNig 4,sCo0g 2sMng 500, %1E
2L,

ROV FULERERESRIYZ EBEME L LTHW., FEKERE
DOBEBE LT, EC/EMC /DMCHATRELLG : 7 1 7T THDEEBED
KbyYic, EC/PC/EMCH*IELL25 : 5 : 70 THZEAAREEA
WA, ERefl2 SERICL T, ZREN. &4 —1~4 — 4 (TH%
2)FUOLTREMEMEHL L,

[0159] (tbEkf4 —5)

LEEfFI 2 — 4 ERBRICL T, LLEfBI4 —4 THWS Y F7U LEBRERBES
BRIEMIL i Nig 45C 00 2sMng 300, &8 LT,

ROV FULERERESRIYZ EBEME L LTHW., FEKERE
DOBEBE LT, EC/EMC /DMCHATRELLG : 7 1 7T THDEEBED
KHhYI, EC/EMCHAETELL3 0 : 70 THBIERBEZBWUAIK
. EREFI2 EEMRICLT, LEHIA -5ICRDYFULIREREFRLL

[0160] EHINALYFILIREMIFZ. 25CTOT. MHBAFTHREIRZICHL .
ZEIZ. BRO. 1C, EX4. 35VOESHREEEREE L. REKRLE
FHIFEBRENS 1 CICEELEERE L, HEIF. ERO. 1C. #&iE
EEX2. OVOEERMEEL L, CORHEE2Y A Y )ITo/, TIT
. REBRUBEBRICTENRLTN T O DKRIEBRERERIT .

[0161] <BFELOEXRORE>
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Emefls—1~4—-10, 5EH4—1~4 -3 RVLLEHI4 -1 ~4 —
53V FILIREMICOVT, LEBFIEIC LA > THRELOER%H
E L7,
[0162] <IEM EFFEDRAE>
Emefls—1~4—-10, 5EH4—1~4 -3 RVLLEHI4 -1 ~4 —
53V FILIREMICOVWT, LEBFIEIC LA > THEALER%H
E L7,

[0163] =fEfl4—1~4—-10. 5EZH4—1~4 -3 RULLRHI4 —1~4—
BICRD ) FUOLIREMICAVWCERENEDER. VFILIRELD
HRER (BEQEX, BRLEX) 2R4ICTT,

[0164] [3R4]

EwEpe |(DOFHE ZER | ggapen  |FEQEE ERSRE
EiEH4-1 | ERESIZ-1ERLC 0.145 35 EC/PC/EMC=25/5/70 93 5.8
EmFI4-2 | REFI21EFL [ 0145 35 EC/PC/EMC=20/10/70 83 9.1
EHaM4-3 | EFeFl2-1EEC | 0145 35 EC/PC/EMC=27/3/70 03 59
Efald-4 | EFEH2-2LFL | 0140 3.1 EC/PC/EMC=25/5/70 93 57
EiaFl4-5 | EfEFI2-3LFL 0.138 26 EC/PC/EMC=25/5/70 B4 5.7
EEHl4-6 | EfER2-4&£EC 0.132 2.2 EC/PC/EMC=25/5/70 93 5.7
EinFl4-7 | EEF2-5EFLC 0.128 1.8 EC/PC/EMC=25/5/70 93 5.7
EHBl4-8 | EHEF2-6LFL | 0125 1.5 EC/PC/EMC=25/5/70 94 5.8
EMfl4-9 | EiEF2-10ERC| 0127 1.7 EC/PC/EMC=25/5/70 93 58
EREF 4-10| BEF2-11&FL| 0126 15 EC/PC/EMC=25/5/70 93 5.8
HEF|4-1 | ErEFi2-1-FEC 0.145 35 EC/EMC=30,/70 80 8.0
HEH4-2| EIER2-1LFEC 0.145 35 EC/FEC/EMC=25/5/70 83 8.0
HEP4-3| EFEM2-1EFL | 0145 35  [EG/FEC/EMC=20/10/7( 82 8.2
HEEFl4a-1 | eEp2-1&EC 0.148 39 EC/PC/EMC=25/5/70 71 9.7
B2 | e pz-2&BC | 0121 25 EC/PC/EMC=25/5/70 70 9.6
HEE4-3 ] LhEH2-3-FC 0.132 42 EC/PC/EMC=25/5/70 78 9.7
Hegsfiia-4 LeEsfi2-4LEFL | 0132 3.7 EC/PC/EMC=25/5/70 79 95
H#fhld-5] thEfe-4&@LE | 0132 3.7 EC/EMG=30/70 79 9.5

[0165] R4 &Y. AEBHE (EEH2) ICRIEBRINEEZSHEITDIERET
ALY A—RRX— b e2BTLFKERELZHAGTOELE R4 -1
~4—10ICR2FKEREBML. BUEBENEZ2ETIEBEZRA
. 7OELYA-RR—FEEBELBWEKEREEZRWLSE4 -1~
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[0166]

[0167]

[0168]

4 -3 DIKEREBRERL T, BEOEXRSELEL. B LFE=L
HlXhTwaZ &ERbhbhd, 7OELYA—RX—NE2SHT I EKERE
EAVTYH., ARBHEICRIEBETNELEET HEBERA TWAWLE
& (B4 —1~4-58R) KIF. BEOEROBE LR, ERLES
LKHLWHIIhaWw, 7OELYA—RRx—MDEEEIF 1 OFRBERRFEIF
FLL, BEBERUTHLYFEZLYL, 1 0@FBERRBOTOEL Y H—R
22— hN2EBTEHIKERELZRAVDIEICLY, RENERISEHETSZ &
HIZ, EREEREMHI NS,
COBRMIEICEE LAARBOE—DOERBE. KU, EZ0OEREREIIE
BV VIVMENLYELETEEVWI AT, HAEDLETERET S
EMNFFELW, TOBRMEICESE LAAFKPBOE—DEREME. KT, £=
DERFREIZ. TRETA VIIVEEILYBELETEEWD RT, HAEHE
TERTZIEMNFELV, CORMEICEKH LAEXFEPBOE-DEREME
RN BEOEMBEEIR. RREYA JIIMENLYELETEZEVNDIRT
MAEDETRET DI EAFELY, ZOBRMEICRKELARREBOSE
—DEREME. EZOREME. RV, F=0OEREMEIL. TRET1 L
HENLYPALETZ2EVWIRT, HAEDLETERT DI ENFELL,

EXLofIBaREM
ARBFICHRD Y FHLAERSEESBILYASET I EEEYEEBEVD
TEICEY ., EMERFOENASIE S N, EHA JILEREICBN Y

FOLZREMEZRMIDIENATELDT, ZD)FULIREMIE /N
17y NEBER. EXEBEROYFILIRERE LTERTH S,
FFS DA
1 UFYLTREN

EEiTE

BB

IEABIHF
TOEEY—FR

> b owoP
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s5RIA1]

[553K1R2]

[553KIR3]

Fm R DEIH
)FULBRERECRIMEESE TS ) FULIRERAERE
METH>T.
AIEE ) FU LEBRERESRILYIE.
a—NaFeO,#&E%x8L.
CuKaf@afERALAMKI Y/ RBEIFRD26=44+1° (C
BIFTBEIFE—2E20=18. 6 1° (LHBIFBEIFE—V%5BFL

BIEE4 4 £ 1° ICHFZOFE—7DFERBFWHM (104) (Z
XY Ba0c1 8. 6+ 1° ([CHFHETE—7DH{ERFWHM (0O
03) MEEFWHM (003) /FWHM (104) IcBWVWT. K
BRIXEOFWHM (003) /FWHM (104) IIN8T5, B%
DFERERIREICHIFBFWHM (003) /FWHM (104) DLt
N 0. 7T2BETHS. )VFILIREMAESRETYNE,

)F O LEBRERBESRILMEEE TS FULIRERAEMRE
METH> T,

AiEE ) 7V LB EBESRILMIE.

a—NaFeO,BE%HL.

CuKaAERLALMRI vy ABEITRD2060=44+t1" (C
BIFBEIFE— 7 OEEEBHAO, 125~0. 145° THY,

ZERREMNT. 5~3. 5%TH3. VFULIRELBERETME

VFOLEREBECRIEMEEE TS FULIREMAERSE
METH-> T,

AIEE ) FU LEBRERESRILYIE.
a—NaFeO,EBE%HL.
CuKaf@aERLAENEKI Y 7 ABEIFENMSKRD LN D ERT
A ZICHEWT, RERRBOBRF M1 XIINT S, BERORER



WO 2017/104688 59 PCT/JP2016/087163

[553K1R4]

[E53KIR5]

[E53KIR6]

55 RIAT]

[53K1R8]

[553KIR9]

[55K1R10]

REICBITRRTF A XOEPEN 20 nmUTTHB., VFIL
ZREMAERENE,

RIS ) F U LEREBEABREYY. EBEETE (Me) &L T
NiRUMn, XIEN i, CoRUMnEZSL, BRET1~30DWT
AT IRICEEHOD ) F7 LREMABERENE,

RIES ) F U LEREBEABEYH. HXRAL i 1.,.Me -0, (
MelEN i RUMn, XN i, CoRUMn#2LBREETHR)
THRIN, BIEEMelc® T 3L i DELLL | /Me., (1+x) /

(1=x) 1. ORMET. TUTFTH3. BFREAICREHD) FV
LZREMAESEYE,

RIS ) F 7 LBREBEABRIYS. TOMNFRAICF. SKRUP
NORBZENSBERING—BEBULDOTRESUERKEBI~500T
AT IRICEEHOD ) F7 LREMABERENE,

)F O LEBRERBESRILMEEE TS FULIRERAEMRE
MEDOEEICHWSRIBRAEDEEREZTH > T,

TVRAAVZEZETHERPTCEBRERBILEDZILBIET. «
—NaFeO,EE%5872)FULERERBESRIEYMORMRAEE
BETDIEERAD. RIBRORERE,

RSB 7 VYRAAVEEBTZRRNS. P7VEZVLAFTVEEERT
3. BERETICEHOMRBRAEDORES X,

RIS ) F U LEREBEABRLYY. BERE&BTRELTN I R
Mn, XIEN i, CoRUMnZETERIEMTHY. FIEEEREREI
B, BREBITHRELTN I RUMn, XIEN i, CoRUMn
EEUEYMTH D, BERKET XIF B ICHEHDOIIRADEESE,

)F O LEBRERBESRILMEEE TS FULIRERAEMRE
MEDOEEREZTH> T, BRET~90WVWTFhh 1 HICEBHORIER
FEOBERERICEL > TEREINARIREIC. U F U LEEMR TG
BEESEIETERL. a—NaFeO,#EEE2ETE)FILE



WO 2017/104688 60 PCT/JP2016/087163

BeRBECHRLYMERSTIZIE2®A D, YFVLIRENALER

SEMEDORIESE,

[5&3Rk1E11] RISSIEREBIEIA. T vk FOL, BERYFILXIEY VB F
LTHD, EREOICKHEDY F9 L REMAEBTMEOEE
ke

[553k1E12] AIECATER A DBERCRE A9 00~1000CTHS, #FRKIE1 0N
i1 1 ICERHO Y FULATREMAEEENE DRSS E,

[553K1E13] BRET~60WTIA TIHICEEHD ) F7U LREMAEREY
Baa2HYT 5. )FULIREBRIERS,

[5&3Rk1E14] FfB, BERUFKERELBRALYFILIRENTH> T, #l
SBIEmA., BRIE1 SICBHOEBEFEX. ) FILIREM,

[FE3K1515] FMIRHKEREN., TOCLYA—RRX— a2 ETS, BEXRE1

4 |[CEREHD ) FULITIREM,



1/5

WO 2017/104688 PCT/JP2016/087163

[Ed1]

(FEEXR)/(BEXR) H=0.78

S FWHM(003)/FWHM(104)=0.70
a SRk
;
L A |
S FWHM(003)/FWHM(104)=0.89
BEX

g
W
15 20 35 40 45 50
20 / degree (Cu, )



2/5

WO 2017/104688 PCT/JP2016/087163

[E42]

(FEEXR)/(BEXR) =070

S FWHM(003)/FWHM(104)=0.66

KEB/X

D R T

’g FWHM(003)/FWHM(104)=0.93

(104)

(104

BEX

) ,___,A,,,m N

15 20 = 35 40 45 50
20 / degree (Cu,)




3/5

WO 2017/104688 PCT/JP2016/087163

[E43]




4/5

WO 2017/104688 PCT/JP2016/087163

[E5]

(a) (b)

[E6]




5/5

PCT/JP2016/087163

WO 2017/104688

[E47]

(28]

28 g

SRR

&
%
&
=
3
jisd
w
%
%,
Z

’

2R

[E49]

7
«\.,
72

o
~. ._\.

5%

7
%

7
S0 .%s £ \«.\v\\\
.
. \
s\\‘W\v\.\\\\\%& 2
7

7

27




INTERNATIONAL SEARCH REPORT

International application No.

PCT/JP2016/087163

A, CLASSIFICATION OF SUBJECT MATTER
HO1M4/525(2010.01)1,

(2010.01)i, HOIM10/0566(2010.01)1

C01G53/00(2006.01)1i, HOIM4/505(2010.01)i, HOIMIO/052

According to International Patent Classification (IPC) or to both national classification and [PC

B. FIELDS SEARCHED

HO1M4/00-4/62

Minimum documentation searched (classification system followed by classification symbols)

1922-1996
1971-2017

Jitsuyo Shinan Koho
Kokai Jitsuyo Shinan Koho

Documentation searched other than minimum documentation to the extent that such documents are included in the fields searched
Jitsuyo Shinan Toroku Koho
Toroku Jitsuyo Shinan Koho

1996-2017
1994-2017

JSTPlus/JST7580 (JDreamIII)

Electronic data base consulted during the international search (name of data base and, where practicable, search terms used)

C. DOCUMENTS CONSIDERED TO BE RELEVANT

Category* Citation of document, with indication, where appropriate, of the relevant passages Relevant to claim No.
X WO 2015/049862 Al (GS Yuasa International 1,4-6,13-15
A Ltd.), 2=-3,7-12

09 April 2015 (09.04.2015),

claims; paragraph [0058]; examples

& US 2016/0240846 A1l

claims; paragraph [0086]

& EP 3054508 Al & CN 105594031 A
X Jp 2013-73826 A (KRI Inc.), 3-5,13-15
A 22 April 2013 (22.04.2013), 1-2,6-12

claims; paragraph [0053]; examples

(Family: none)

Further documents are listed in the continuation of Box C.

|:| See patent family annex.

* Special categories of cited documents:

“A”  document defining the general state of the art which is not considered to
be of particular relevance

“E” earlier application or patent but published on or after the international filing
date

“L”  document which may throw doubts on priority claim(s) or which is
cited to establish the publication date of another citation or other
special reason (as specified)

“Q”  document referring to an oral disclosure, use, exhibition or other means

“P”  document published prior to the international filing date but later than the
priority date claimed

“T” later document published after the international filing date or priority
date and not in conflict with the application but cited to understand
the principle or theory underlying the invention

document of particular relevance; the claimed invention cannot be
considered novel or cannot be considered to involve an inventive
step when the document is taken alone

document of particular relevance; the claimed invention cannot be
considered to involve an inventive step when the document is
combined with one or more other such documents, such combination
being obvious to a person skilled in the art

“&”  document member of the same patent family

Date of the actual completion of the international search
09 February 2017 (09.02.17)

Date of mailing of the international search report
21 February 2017 (21.02.17)

Name and mailing address of the ISA/
Japan Patent Office
3-4-3,Kasumigaseki,Chiyoda-ku,
Tokyo 100-8915, Japan

Authorized officer

Telephone No.

Form PCT/ISA/210 (second sheet) (January 2015)




INTERNATIONAL SEARCH REPORT International application No.

PCT/JP2016/087163

C (Continuation).

DOCUMENTS CONSIDERED TO BE RELEVANT

Citation of document, with indication, where appropriate, of the relevant passages

Relevant to claim No.

claims; examples; fig. 1
& US 2012/0315544 Al

claims; examples; fig. 1
& CN 102791633 A & KR 10-2012-0112765 A

& JP 5418664 B2

Category*
X WO 2011/111364 A1 (Toyota Industries Corp.), 3-5,13-15
A 15 September 2011 (15.09.2011), 1-2,6-12

Form PCT/ISA/210 (continuation of second sheet) (January 2015)




R EpfERE PCT/JP2016 /087163
A, FBHORBRTLISEOSE (EBRRTSE (IPC) )
Int.Cl. HOIM4/525(2010.01)1, COLG53/00(2006.01)1, HO1M4/505(2010.01)1, HOIM10/052(2010.01)1,
HOIM10/0566 (2010. 01) i
B AEEIToT=0%

ARE 21T o 7o/ MIRE R (EERRSRT08 (1 PC) )
Int.CL. HOIM4/00-4/62

B/NBE R OB B TR To - BFICEENns 60
HAREEAFEAH 1922—19964F
H AREAREAFEAR 1971—20174
H AR EE A 285N 1996—20174F
HAREBREEAFEAR 1994—20174F

EBSFHE CHEA LB ST —F =R (T = X—2ADAH,
JSTP1us/JST7580 (JDreamlll)

AR L2

=H.
2=

C. BhET 5 LD LN 5T
51 Lk FIE 5
BT Y — %k BSOS RO A BT 5 & &3, T 5 EFT oS HREOF B
X WO 2015/049862 Al (B S(EG S=7 ) 2015.04.09, ZEKROGPM. | 1. 4-6, 13-15
A [0058]. ZEMfif & US 2016/0240846 Al, Claims. [0086] & EP 3054508 2-3. 7-12
Al & CN 105594031 A
X JP 2013-73826 A (Bk=UStEK R 1) 2013.04. 22, Eeardsk &P, 3-5. 13-15
A [0053], SEhup] (77 I VU—7L1) 1-2. 6-12
W CRIOBEX I bR STV D, T Ty Y —ICET SRR E S,

* BIEBObT TV —

TA] BICEED S 5 LTI <. —RAVET K ER =4
H oD

TE] EBREEHOBBEEIIETTH L, ERRHER
PIBICAREINZHO

[L ) BT RICRELIRET 5 O X I tho TR O 4T
AE L ok 2Bk 25+ 5701231 39
B30 BB &M

o] NERICL 28R, A, BTREICS kKT 5300

[P EBEMEERRTC, D EEEOTEOEME L 725 HE

D H OBITATE S 7= 3CHR

ERRHEEH SOMEEH BICARENT- TR TH - T

HEE & P ES 5 b 0Tl FIFOFBEXIER

DEMOTDIZEI AT L

(X BCEEO S DN CHh - T, YLD A TR
OFRME AT ESER N BZ SN HD

(Y| BCEEO S DT CTH - T, SESTER S oo 1 2L
o3kl 0, BEEIZL S THETHLHEERIC
Lo THERERNEEZEZ NS LD

(& F—5 2 773U =30k

MT)

EEALEEET Lz A E A HR S ORIE A
09. 02. 2017 21. 02. 2017
E RSO L S T BHTHEE FEROHHMER) 4X | 4660
HARESRFT (1 SA ] P) SEA B
HWEESZ100—8915
R TAHXERE-"TH4& 3% EFHEES 03—-3581—-1101 M 3477

HAPCT  ISA 7210 (F23—)

(2015%#1A°)




[E| B A A EEHERS PCT/JP2016.087163

C (Bix) . BEd 5 R0 L5 3k

EER X ER3
BT Y —% BIFSCHG RO—IBOEFAMES 5 & X3, OMET s EFOFER FREOFE
X WO 2011/111364 Al (BFE:UStLE W B EhRFE) 2011.09. 15, F5Ro#n | 3-5, 13-15
A BH., FEhn ], 1 & US 2012/0315544 Al, Claims, Example, Fig.1 & 1-2. 6-12

CN 102791633 A & KR 10-2012-0112765 A & JP 5418664 B2

HAPCT / ISA 210 (HE2_—Y0k%) (2015%1H4°)




	Page 1 - front-page
	Page 2 - front-page
	Page 3 - description
	Page 4 - description
	Page 5 - description
	Page 6 - description
	Page 7 - description
	Page 8 - description
	Page 9 - description
	Page 10 - description
	Page 11 - description
	Page 12 - description
	Page 13 - description
	Page 14 - description
	Page 15 - description
	Page 16 - description
	Page 17 - description
	Page 18 - description
	Page 19 - description
	Page 20 - description
	Page 21 - description
	Page 22 - description
	Page 23 - description
	Page 24 - description
	Page 25 - description
	Page 26 - description
	Page 27 - description
	Page 28 - description
	Page 29 - description
	Page 30 - description
	Page 31 - description
	Page 32 - description
	Page 33 - description
	Page 34 - description
	Page 35 - description
	Page 36 - description
	Page 37 - description
	Page 38 - description
	Page 39 - description
	Page 40 - description
	Page 41 - description
	Page 42 - description
	Page 43 - description
	Page 44 - description
	Page 45 - description
	Page 46 - description
	Page 47 - description
	Page 48 - description
	Page 49 - description
	Page 50 - description
	Page 51 - description
	Page 52 - description
	Page 53 - description
	Page 54 - description
	Page 55 - description
	Page 56 - description
	Page 57 - description
	Page 58 - description
	Page 59 - description
	Page 60 - claims
	Page 61 - claims
	Page 62 - claims
	Page 63 - drawings
	Page 64 - drawings
	Page 65 - drawings
	Page 66 - drawings
	Page 67 - drawings
	Page 68 - wo-search-report
	Page 69 - wo-search-report
	Page 70 - wo-search-report
	Page 71 - wo-search-report

