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(54) Title: LITHIUM COMPOSITE METAL OXIDE AND METHOD FOR PRODUCING SAME
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(57) Abstract:

Provided is a novel lithium composite metal oxide having excellent Li storage capacity even when used in a sec -

ondary battery driven by high voltage, i.e., used as an active material having excellent capacity retention. A lithium composite metal
oxide represented by the general formula: Li,NixCo.MnD.Os (0.2 £a £ 1.5, b+c+d+e=1,0<e<1,D is at least one element se-
lected from Fe, Cr, Cu, Zn, Ca, Mg, Zr, S, Si, Na, K, Al, Ti, P, Ga, Ge, V, Mo, Nb, W, La, Hf, and Rf, and 1.7 £ £ 2.1), wherein
the lithium composite metal oxide is characterized in having a high-manganese component that is a metal oxide containing at least
Ni, Co, and Mn, the high-manganese component being represented by a compositional ratio of Ni, Co, and Mn of Ni:Co:Mn=g:h:i
(where g+h+i=1,0<g<1,0<h<g¢,and d <i<1), in the surface layer, and having a metal oxide component in the outermost
layer of this high-manganese component.
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[0001]

[0002]

[0003]

[0004]

[0005]

[0006]

oM =
RAOCEM @ VFVLEGERBRIEMERVTORETE
X i 3 %
FRBIE. VF U LEAEERIEARVTORESRETSEDTHD

BRE

FKREBMEZREMROEYEICIIEZ2OMBIAVNONE I ENFSHN
TEY, 20O, BIREEBEDO—MA:Li . Ni,CoMnyD . 0 (
0. 2=a=1. 5, b+c+d+e=1, 0Ze<1, DidFe, Cr.
Cu, Zn, Ca, Mg, Zr,. S, Si, Na, K, Al, Ti, P, G
a, Ge, V., Mo, Nb, W, La, Hf, RfH»LEIEIhsPVa<etH
10Ok, 1. 7=f=2. 1) TRINZ)FULEEEEBRLEDE. Y
FOLAAY ZREBAEYWEE L TRAIhTWS,

LHL. LRB—BRATRIND) FULECEEREYE. X ISEHRA
ZRERICERINZIEEETREINI2EREREROEYWESE LTH
WIBEIIE., HEMBORBEICNT 2MUENRE Lz, ZREHROD
BREMWRREMET I KECREDODIENTEAN L,

TDH, BE, FMEELTHWLhIZBAOMBORETICTT 5
MEELIEIRENIDAICTDONRTWVWS, TORETICHEZY. —RRBIC
UTFD3DOFEMNMREINTWVWS,

1) SEYEICEBTRE N—EV T3

2) SEMEREICREEELXT B

3) EMERBOMEKEEALD

£E1) OFERVYHRICOVWTEARNICHATZE. AITPZ rED
SEMEICEELRD >R EEFMEICR—EYTT52&T. ARE. ¢
BHhEL | ORBEICHED FMEOLLEMEITE &N TE S,

£E2) OFERVHRICOVWTEAFRNICERAT 5 &, TR XE 1T
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[0007]

[0008]

[0009]
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[0012]

[0013]

BRI ND &I, EMERTIC) VBIECTREESFY. BEREEYWE
NEEICETDIIEAHCIET, FKERREDERMICLZEFNEDS I
ENHET 2 ENTED,

£FE3) OFFEICOWTEAFRNICEHRFT 5 &. TR XM 21CE, &Y
BEXREZA | tLEWTHREL. ThZzBWBTHIETHELNSE. REDA
| A ZIEMI B EMELIERINTWS,

FEE1) ~3) O3D2OFERICIE. TRENUTICBIFR2RAAHY. &
FTLHHBMETEDEMEERBTDICEE>TVWAD ST,

£5EE1) OFEORKE., BERIEFENICRE LAWERETTRZ F—EV T
THIEICKY, BELE GEMEICSITARBEETEERL | NEDT HED
COEMEICBITSL | FERBEENSBAL L. VFULM XV ZRERBEHDOR
EMETTBHIETH B,

tEE2) OFEOREIE, EVMERAICHR L REESETIERERY
BRDRANICKLKRBZIETH D, CORFBETRT 27DICIIRER %R
BRETHIERWDS, ZOLD BFEMEMEILT 5 &IETE L NIV TIEIE
BICH#ETH D,

LEE3) OFER. 1) ORIITHIFTERTEBIIILL, 2) DRR
THH>EFBRMFEREEMRT DI EHRVHEBIICITEEZ LWL, L
L. B2 ORARICED &, REMICA | ZFWEREBICN—T73
BEMTHhHY. 1) CAKOREPERINDIOAFRST, FEXEICEZHDOL
BAETEMERBOA | A% IEMI /O EWME & UERNIBZITHAVWE
MEELRLTH, HEOBHAMRSEBRINTVAL,

ThaAbb, INLDENEEARET ZRMICBEVTIE, T LH+aAK
EDEMEEZ/OND EIEVWAAI ST,

FIT. AFEBER. BFEXIIICT. FHIELREAREFEICL>TED
NZFHRY FULECEBRIEDERE L TWD,
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[0014]

[0015]

[0016]

[0017]

[0018]

[0019]

Bk  EBI2006—127 93 2808
REFER2 : HFBE2 001 — 19606 32/
@3 PCT/ JP2014,/,00036 1
A DOBE

FALNFRL LD & T5RE

tEOEBY., FMEE LTRALES R FU LEEEBER YD
e ERBINTVWS,

AFEBPIE, COLOIBEBICEATAHAINLLOTHY., SEETEHHI
NZREBRICHERLABETH>TERGFAL | FTBRBREERED. T4AD
LRFLAFEMRRERTEMEE LTHWOHIWIFHERY FULEEEE
Bl AERBTIIEEBNET .

FRRERRT BIOHDFE

AFPELNRRIRE LR, B S ICHATO ) FU LEGEERE
Mn>6, NF—7xHRDEMEELE, — A :Li ,Ni,Co.MnyD_.O
(0. 2=a=1. 5, b+tc+d+e=1, 0<e<1, DiFFe. Cr
. Cu., Zn, Ca, Mg, Zr, S, Si. Na, K. Al, Ti. P,
Ga. Ge, V. Mo, Nb, W, La, Hf, RfALBIEhZIRLE
L1105k, 1. 7=SFf=2. 1)TRINDZHHN. HICBN WAL ER
TEEERR L

AFEREOI LLRZMIEICLY., LEEBOMEIE, P E&ENi, Cok
UMnZESUEBEBEMTHo>TN I, CoRUMnDHEANIT : Co
:Mn=g:h:i (Z£L, g+th+i=1, 0<g<1, 0<h<c,
d<i<1) TRINZRYVHVEEREBICEL., »D. AlEdm~Y VY HY
HNORREBICEERILHEETHIEERHERBL. TLT. ARPEERIH
1o

Thabb, AFEPOYFULESLEELEWIE. — KX :Li.Ni,Co,
MnyD.,0(0. 2=a=1, 5, b+tc+d+e=1, 0<e<1, DI
Fe. Cr, Cu, Zn, Ca, Mg, Zr., S, Si, Na, K, Al,
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Ti, P, Ga, Ge, V, Mo, Nb, W, La, Hf, RfH»5EEh
BZOBCEHTDIHR. 1. 7T=Ff=22. 1)TRIND)FIULECEER
EMcBWT, DR<CEENIT, CoRUMn2EUE£ERIEYMTH> TN
i. CoRUMnOMMLENANIT :Co:Mn=g:h:i (z£L. g+
h+i=1. 0<g<1, O<h<c, d<i<1) TERINIEIVHV
BEREBICEL. D, RIEiBY VA VEIORKREICEEBILIEET S
EERHET D,
FEIEDWR

[0020] AFERO)FULEGEERLEMIE. SEETREINSG ZREMBITEY
BELTUERLABAETH>THRFAL | FREEAHRD. TADLRE
BREEMRERERT,
B D e ER A

[0021] [1]1R1 DHRERICDE, CoB2Abc RVTAc DERETRLAEBEAHENTH S
[K2]5k 1 DERICDOE. MnEBLLIdRTAcDBERERLEBAERNTH S
[3]d) TROEXHTH S,
[M4]le) TROEXHTH S,
[R5]1E=MEF 1 DEBEBRIEYIMBDOS TEM—EDX&EN i, Co, Mn®
TRYY TEEREDLELEEICH L. SRS EXS LERTH S,
[R6]1RMER 1 DEBEREMHBEDOHAADF —-STEMKTH 2,
[R7]1E=/#E51 0L BRI BOHAADF-STEM#&E, STEM—E
DXTHELNECo, MnDIHRYY TE2EREHLELRTH S,
[K81EHEHI1 DL BRI BOHAADF-STEM#&E, STEM—E
DXTELNAECo,. MnDikRvy FEEEREDLE. I56IC. KHEMKER
ERIFTEDLEETH S,
[R9]EMEH 1 DEBEREMHEDLAADF -STEMKTH 2,
[E10]RFER 1 DEBBEMMBDOBF -STEMETH 3,
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[B1]IEMEF 1 OE&BERIEMMB DS 2 HREE 51 RSO REERD A
BF—STEM&TH 2,

[R12]EM5 1 0L BEBRIEYMBEOE 1 HREDODABF -STEMETH S
[BI131EMEFI1 D) F 7 LEEEBRIEYOE 2RI EE 1 AREORE
BRFOABF —STEMI&TH 3,

[BI141EMEFI1 D) F 7 LEEEBRIEYOE 1 HRIBOABF-STEM
BTH 5,

[BI151EMEFI1 DY F 7 LEECEBRIEYOHEDTEMIKETH 2,
[BI161EMEFI1 DY F 7 LEEEBRIEMOHEDOENHRET EMIETH S

(o)

[BI71EREH1T DY) FOLECSEBREMICE TR~ Y HVEOFFTH

BTH5,
[B18]EfH 1 DY FULECEEREMICH T 2EEBRRILOF F THE
TH 5,

HIPAERET H7-HDFAE

[0022] BUFIC, ARBERET 2LOORBOWEERBET 5, Lb. BIHD
BMWERY ., KBMEZICREEHEINBUESEE (x~yl 3. FIRxBLTLR
yAEFDHEHRICEG, TLT, INOOLERES L CTRIE. 45 TITESRE
BIRICHE LEBES SO TENLEZERICHEAESLE S & THIEEH%
BRLES, IOICBESEERISERISERLZFES LR, TROIE
ETBIENTES,

[0023] AFEHOYFvLECEEREWIE. — KX :Li ,Ni,Co.MnysD_.O
(0. 2=a=1. 5, b+tc+d+e=1, 0<e<1., DiZFe. Cr
. Cu, Zn, Ca, Mg, Zr, S, Si. Na, K. AIl, Ti. P,
Ga, Ge, V, Mo, Nb, W, La, Hf, RfASBENZDAHRL &
£E10DwHk. 1. 7=f=2. 1))TRIND)FULEGEERIEMICEV
T. PABKCEENT, CoRUMnZEUEBRRIEMTHO TN, CoRk
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[0024]

[0025]

[0026]

[0027]

CMnO#ERRENANT :Co:Mn=g:h:i (=zFL. g+h+i=1
0<g<1, 0<h<ec, d<i<1) TRINDZEIVAVEREREIC
BL. D, AIEEYVHVEBORREICEEBRILEEZE TS5 I L 2/FHE
¥ %,

AEBO)FULECEEREWIE. BREEEBEO—MN: L i Ni,
Co.Mny4D_.0;(0. 2=a=1. 5, b+tct+d+e=1, 0<e<1,
DiZFFe, Cr, Cu, Zn, Ca, Mg, Zr., S, Si. Na, K, A
. Ti. P, Ga, Ge, V. Mo, Nb, W, La, Hf, RfH»56:&
a0 &EH10OxHR. 1. 7T=f=2, 1)THRIND, FELWb,
cRUdELTIFE, 0<b<Tl, O0<c<1l, O<dAd<1 ZEIFBENT
X, JYHFFLLIFO<S<bL80 7100, 0<c<70.7100, 107
100<d<1 &EEERTHY., 10/ 100<b<707100, 12/
100<c<60,/7100, 20/100<d<70/1000MELEHTH >
EMNILIIITFELL, 25/7100<b<607100, 15/7100<
c<50/7100, 25/7100<d<60/100N&HETH 2 &h%
ICEFE LY

a. e, FILDWTIF—MRATHET 2EHEENOBETHNITLL, TFE
LLIFO. 5=a=1. 3, 0<e<0., 2, 1. 8=f=2. 1, &Y
FLLIFO. 8=a=1. 2, 0<e<0. 1, 1. 9=Ff=2. 05%fl
TTBHIENTES,

DiFFe, Cr, Cu, Zn, Ca, Mg, Zr., S, Si, Na., K,
Al, Ti, P, Ga, Ge, V. Mo, Nb, W, La, Hf, Rf»5
ZIENDZDRLLEBTDOTERTHY, FELWDIFZr, Si. Al T
. Ga, Ge. V. Nb, La, Hf, Rf»HEBENZDQ<EHE1DT
RTHY., SYFFLWDIEZr, Si, Ti, Ge., Hf, RfHSEIE
NP EB 1 OTRTHY., ILHIKHFFELWDIEFZr, Ti, Hf, R
fFOALZEIENZDAKEE 1 DTRTH S,

AEBADY FULECEBRIEMDO B, vV HVEBRUEEERILERL
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[0028]

HOERS (LT, TaA7EI EWH 2 &EDH D, ) &, E—DHEROEDT
HEWA, BHOEROIBL TERINTVWTE LV, HlZIE. 27

— X :Li  Niy,CoeiMny,;D,,0;,(0, 2=2a1=1. 5, b
+cl+dl+el=1, 0<el1<1, DiZFe, Cr, Cu, Zn, C
a. Mg, Zr., S, Si. Na, K, AIl, Ti, P, Ga, Ge, V.

Mo, Nb, W, La, Hf, Rf»HEBIENZ DR EE 1 DR, 1.

7=f1=2, 1)TRINDETHEKE. R, — KA :Li,.Ni,.Co
c2Mng,D.,0:,(0. 22a2=1. 5, b2+c2+d2+e2=1,

0<e2<1, DIFFe, Cr, Cu, Zn, Ca, Mg, Zr., S, Si

. Na, K. Al, Ti, P, Ga., Ge., V. Mo, Nb, W, La, H

f. RfALEBENSZDRCESHE 1R, 1. 7T=Ff2=2. 1, EEL
P EHEc2<c T XIFA2>d T DODVWT A ERET D) TRINDE2
MR TEERINDIEDTH>TE LW,

O7EAE VKSR CE 2R TEXRINSHE., £ 1SR TE
2HREBOETNETNLNBELLTVWTERWVW L, FERELELTVWTERL,
IS, BIEKRBRUEHEMIBLIE—DRERESERE L TOEDPE 1R
MFEBHRLTWTELL, 2T BE—DOREBEKREIZ. 3B 1 HEMRER
UE2HNHI R TEEBENEENICALTH > T, I HICNADESR
NAREMICECAAE & > CER L THEL. ERPIINICERDZED
D, HEIHLERBROLDBWREERTEOOIEEWD, ITEILEYE
TRMFIERICENUADE 1 ENREBR T XITE 2 KERD SR B R FH
ZEBEE LBEEARTH 2, FWE 1R TOMRIZEFFICRE I AL,
REFRROEDHEEHEIND, ARAOEYEZBEHIEETHRE L LED
EME 1 RHFORERIIEFNR100~1200 nmOEERNTHY, &
ME1RMFOREEREIEENR100~500 nmOEERNTH D, 4H.
DEME—RRFORRRY] & EVME—RNTFEERICHITZ. EY
BE—RHNTORLRVWEMORIZEKT 5, DEYPE—RNFORARRY
1 &, EME—RNTEREBEBICHIT2EME—RNTICEWVWT, REDE
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[0029]

[0030]

[0031]

RAADIBRHBRWEMORIZERKT %,

B1HEREICADZ—MA :Li, NigCo,iMny;D,,;04,(0. 2
Zal1=1.5 bl+cl+dl+el=1, 0<e1<1, DiFFe,
Cr. Cu, Zn, Ca, Mg, Zr, S, Si, Na, K, Al, Ti,.
P, Ga, Ge. V. Mo, Nb, W, La, Hf, RfASEIhZDA
CEBTOTHE. 1. 7T2F1=22, DIIIBVWT, b1, c1RGd1DIE
&, LRFHEZERETHEDOTHNIEFFICHIRIEGWVWDS, 0<b 11, O
<c1<1, O<d1I<I1THDIEDHRL, /. b1, c1, d1DDH
BLEBWTNH—DHAT0,/100<b1<907100, 10100
<c1<90/7100, 5/100<d1<70/1000&EHATHZ &
AIFFELL, 12/100<b1<807100, 12/100<c1<8
0100, 10/100<d1<60/1000&ETHZZENLYIF
FLC, 15/7100<b1<70/100, 15/100<c1<70/
100, 12/100<d1<50/100DHEATHBIENISICTFFE
L\,

al, el, FTIKOVWTIE—BRATRET 2HENOHETHNIE &<
FFLLIEO, 5=2al1=1, 3, 0<e1<K0, 2, 1, 8=f1=2

1. dYFFLLIE0. 8sa1=1, 2, 0<e1<K0, 1, 1, 9=
f1=2., 05%ZBIRTBHIENTES,

B2HEICH DD —MA : L i,2Nip,Co,,Mny,D,.,04,(0. 2
<a2=1. 5, b2+c2+d2+e2=1, 0<e2<1, DiFFe,
Cr. Cu, Zn, Ca, Mg, Zr, S, Si, Na, K, Al, Ti,.
P, Ga, Ge. V. Mo, Nb, W, La, Hf, RfASEIhZDA
KEHTOTHR, 1. 721222, 1, LYK EBc2<c TXIF
d2>d1OVWThAERBRET 2)ICEVT, b2, c 2RUVd20D{EIF. £
RBEGEZWET 2D THNIEFFICHIRIEARVWDA, 0<b2<T, 0<c 2
<cl, d1<d2<1THEZEDHRL, c2<c 1 RVPd2>d 10Dl
EEBEIDEDTERWL, F/. b2, c2, d20hK<EsVnThd
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[0032]

[0033]

[0034]

[0035]

[0036]

—DOHF0<b2<b 1, 0<c2<c 1, d1<d2<1DEETHB&
AFELL, 10/100<b2<b1, 10/100<c2<c 1, d1
<d2<90/100DEHEHTHB &ML YFFELLL, 107100<b
2<90,/100, 10/100<c2<c1—(5/100), d1+ (
5/100) <d2<90/100NEHETHHI ENILITTFFELL, 1
2,/100<b2<80/100, 10/100<c2<c1-— (101
00). d1+ (10/100) <d2<90/100D&EHENFICITFEL
W,

a2, e2, f2IL2VWTIE—RATHRET 2HENOBETHNIE L <
. FFELLIZO. 5=a2=1. 3, 0<e2<0. 2, 1. 8=f2=2

1, YIFFLIZ0. 82a2=1, 2, 0<e2<0. 1, 1, 9=
f2=2. O5%ZBIRTBHIENTES,

ATPERICHITHHE 1 HKERE B2 HREBOEELIE, 1 : 10~10: 1
DHEERHIRL., FELWEEELTT :5~5:1, 1:3~3:1, 2
:5~5:2,1:2~2:1, 3:5~5:3, 7:10~10:7, 4
:5~5: 4EHFRTHIENTE, 9:10~10: QDHBERIEFICHT
F LW,

I T, ARBEEEZ. BREEEEDOL INi ,Co Mn0,TERbIN
2YF0LEEEBRIEMICIOVT. RV FVLEEEERIEMNSL i B
6 7 %HiEt LD c OB FEROEEAC (A) 2. B1REHEE
AWTUTORHTER LE, Z0BRERT1ICRT, . CogFltc
RUAc DBERERLEBAE. B, MnEBLLdRTAcDBFRER
LE#AR%EZ, ThThEK1 RUOK2ICRT,

Y7 MO I 7T :quantum espresso (PWscf)
RIAERAME EVE A« GGAPBESR.EI#K
5T&EF% : PAW (Project Augmented Wave) %
SRR DAY AT 5 ORy
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[0037]

[0038]

[0039]

[&1]

Entry | Ni:bh | Co:c Mn:d Ac
1 0.5 | 0.17 0.33 0. 694
2 0.5 | 0.11 0.39 0. 640
3 0.5 | 0.28 0.22 0.678
4 0.61 | 0.11 0.28 0.667
5 0.39 | 0.22 0.39 0.691
6 0.5 0 0.5 0. 639
7| 0.56 | 0.11 0.33 | 0.662
8 0.56 | 0.17 0.28 0.692
9 0.56 | 0.22 0.22 0.703
10 0.5 | 0.22 0.28 0. 665
11 0.44 | 0.11 0.44 | 0.659
12 0.44 | 0.17 0.39 0. 669
13 0.44 | 0.22 0.33 0. 688
14 0.44 | 0.28 0.28 0.700
15 0.44 | 0.33 0.22 0. 685
16 0.39 | 0.28 0.33 0. 701
17 0.39 | 0.33 0.28 0.704
18 0.33 | 0.33 0.33 | 0.709
19 0.33 | 0.44 0.22 0. 709

B1h6, VFULESEEBEMODC oSHLbec MNIWVWEE, LY M
TWACZRIEATHD I &b D, H2h6, UFULESEERL
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—R&x—hk (EC) &YVIFILH—RR—F (DEC) #EC: DEC=3
: 7 (fAFEEL) CTRAULAEBBICL i PFAE1EIL/LERBEIBMRLE
BREAWL, TOR, BYDO—I%E2>—ILT BT ET, MINKBICY —
WEN, BIRBES L VCEBRIBRHAINAZIIRX—MNYFOLAAVIR
EtmEBl, 8, EBSLVCEBEAREBEIMICERAIERY TEHEA
DI TO—ERTIR— MY FIOLAF Y REBOMUCTEL L T

W,

DEDIRT, 22RO IR—MNEYFILA AV ZREMEVERL
726

(BZH12)

) FULEEERREYERERERKBRICRE LLEREZ 3 6[EIC
BELULUMNE, ZEF ERAKDEET, BEF2OEPERVS I R—
N FOLA A ZREMBEFRL

(ZEHI3)

BRENERAKBREZ, KBKREAK%E100EERE LEEIL, (NH,
) dHPO,Z2. 1HE%. Mg (NO;) ,23. OEERSLHDICEN
EFNEELLUMNE. ZEH EEROFET, ZEFIOEFEPERTS I
2= Y FOLAF Y ZREMEERAL,

(BEH4)

RENEAKERZ., KEBREAFEEZ100EERE Lic&EIZ, (NH,)
:HPO,%5. 4EEB%2TCHDICEE LLUANL. ZEF 1 ERABKRDEE
T, ZEO4DEMERVSIR— M) FOLAF Y ZREBEFHL
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[0219]

[0220]

[0221]

[0222]

[0223]
[0224]

[0225]

[0226]

(BELL&BEI)

SEMEICL iNi, 3Co,,5Mn, ;0,Z0ED (WUT IEELLEFI1 D
RUWEBE] EWDZEDH B, ) AWML, BEF EAKRDAEET
IR MB)FOLAFVZDREMEERL

<BEFEGI 1>

BEFI ~4, BELBHI1DOSIR— L) FOLAA Y REMODY)
HEREAMELL, MESTZEMRICHL, 25C. 0. 33CL—h, ERE
4. BVTCCCVHE (EEREBERE) L. 2L T. BE3. 0V,
0. 33CL—MTCCCHE(EERMB)EZIT-LEIORETELAEL
. IhEHHIEEE Lk,

IHIC, 55C, 1CL—Fh, EX4. 5VTCCCVRE (EERTEE
ERE) =17\, 2. SIERFEFFE. BE3. OV, 0. 33CL—+H+TC
CRE(EERME)A1T>4. 5V—-3. OVORKREY1 7%, RAET

ZEMICHLT25H 17TV, D%, 0. 33CL—FTORETE
ZRAELT, BEMEEEZEN L,
BEHRE (%) BUTORTKRD,

BREMWEE (%) = (WM I7LERETEMHFE) X100

BE. FIZIETHETHRETSERL— 21 CEWD,
EMEDREDON i, CoRUMniEitt. MHAEE. 25841 7ILED
BE. TPILFEHFEDOREREROCICTY,

[3%6]

FEMEMK T DR YA 7% KE

N i Co Mn (m - h/g) BE HMEFF 2R
(g) (h) (i) (mA * h/g) (%)
2EH 1 0.32 0.21 0. 47 172. 7 135. 6 78.5
BEf| 2 0.28 0.10 0. 62 157.5 125.0 79. 4
ZZ ) 3 0.45 0.17 0.38 160. 2 116. 3 72. 6
2Ep| 4 0.31 0.25 0. 44 165. 8 100. 5 60. 6
B g 1 0.33 0.33 0.33 177.3 85. 7 48.3

EMEDREDN i, CoRUMnittid, EMEDORE % XIFAEF
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[0227]

[0228]

[0229]

[0230]

[0231]

[0232]

[0233]

DIETRAET DI EICIYER L, EMEOREMEMIELEL LTV
WZ & TEM—EDXTHRFHEAALNSDORNERHEKE 2 L THEEL &
o FLIDEE, EMEOREBRUTATICEWVWT, REAXETHWEMg®

POESIETEM—EDXOWOBERAUTTHo, 2FY. REANRE
TIRONDFMEOREIZ. A ORI NATTRICE Y FAMEEEDF
RTBDOTIERL, FLOILEMEICSENSTRICLY AINLHEIC
Y., TORBEREIREINDITDEVWR S,

SEMEDORBON i, CoRUMnEMILICDWTESES & SE LRSI
EEIEBTDE. WINOSEFICEWTHE., MniilttAE<<a->THY
. RE. CofifithMES< @>TWVWB I EDbh DB,

BEMERIOVWTSEG 1 ~4 & BELBHI1 5B T D& WTh
DOZEFICHEVTH, SELREIT LY BBREHSHRIBRICALLTWS
ZEDNHH B,

INSDERMIS, FHMEORBOMnfimttE, Tt (XITHERD) 5F
MEOMn KL LY EELTHIET. RIFRBEMIERARIIEWEIC
RHEEWVWZ D,

(BEHI5)

HETHERINAEL i Nis 10C0,,170Mns 100, TRbObIND Y F
U LEEEBREMEER L, LT, ERERERKBIRICDE, KK
2% 100BE%ELELEEIL. FNETNh (NH,) ,HPO,%Z0. 4EE
%. Mg (NOj;) ,%21. 4HERSTEDIKERLLUMNE. 5EHFI1 &
RO A EERW,. BEF L OEYPEERF

COENEERW. UTOFETSEFSDSIR— Y FOLAFY
ZREMEER L,

EMBiE, SEYEE LTSER L OFEPEERAWLUAE., LEBSEF &
RIRRICVER L 720

BBIZUATOL D ICERL

A—AR>aA—pkLES IO, (0. 3=x=1. 6) 32EBEE. /577
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41 NS OEER. EBBFELTTFEFLY TSy 8EERE., BERE

LTRYVT7IRAIRT10EBEEREEZREL. COREMEREDA L VR
BKICDBIE TR %k L, CORZY) —%28BRAEEAFRTHD
EH20 umDIAHEICR I —TL—REAVWTRRICRZ LI ICEH L.
25 —aBELIEBRERRETL AL, EEM%E 1 2 0CT6EMA.
BERGRETME L, FIEDHIA (25 mmX 3 0mmDIEFIR) ICHIYE
Y, EX 85 umiBEDEBE Lk,

[0234] LtEOEBSIVEBEZRAWVWT, SIx—M Y FOLA IV ZRERAE
BEL, LI, EBBLUTEBOREIC, EAL—4& L TR 7OE
LYy /RYUIFLY/RYTOELYDIEBREEOEEEELNSADERIRY
—h (27X32mm, EX25um) ZEEL TEBREFE Lz, ZOMEIR
Ba_M—HOZIR—KNI4ILTEW. ZDaT—IL LE. RIREA
2ESIR—PMTAILICERBREEA L, BFERELTIE, ZTFL VA
—RR—bF AFNIFILA—RR—IMROCIIFILA—RR— N ZEREL
3:3 :4TREABLEBEICLIPFETEIL /LEADLIARRELILAR
ERWC, TO®% BRYD—T%5Y—IT5IET, MIOFrEHBICY—ILE
N, WBRES L CERRIBRAINLSEFNSDSIR— N YFoLAS
VIREMER, b, EBBIUEBITANE EIMICERATRELRSY T
A, O TO—BIFSIR— MY FIOLAF Y ZREBMOARAICE
HLTW3,

[0235]  (5%&416)

BRENERKBRICDOE, KBRLFEEZT100HERE LIEXIC, %
nzEn (NH,) ,HPO,%4. OBE%. Mg (NO,) ,5214. OEE%
STHDICEE LEUAE, BEHS EBHOFEEBVL. BE56 DFEY
BBk,

[0236] COEMEERWV. BEFLS EARODEET, BEHE6DSIR— R
FOLAA Y ZREMEERL
[0237] (BEHIT7)
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[0238]

[0239]

[0240]

[0241]

[0242]

[0243]

[0244]

[0245]

BREVERAKBRICOE, KEREKZ100EHEBRE LELETIC, £
nth (NH,) . HPO,%#0. 48E%. Ba (NO;) %1, 4BE%S
CHDICER LILUSE. SEBI6 ERROAEERW. SEH[ T DFME
=5,

COEMEERV. 5EHI5 ERAKOAET. BEFATOZIx— MY
FOLAF VY ZREMEER L,

(5%418)

BREVERAKBRICOE, KEREKZ100EHEBRE LELETIC, £
h®h (NH,) ,HPO,%Z0. 9EE%. Ba (NO;) ,#3. 5EHE%=
CHEDICEER LEUAE. B5E6I5 EAKOEEEBW. SEH8 DEYME
=5,

COEMEERV. 5EHI5 ERAKOAET. 2EFH8DODZIx— MY
FOLAF VY ZREMEER L,

(5%419)

BREVERAKBRICOE, KEREKZ100EHEBRE LELETIC, £
h®h (NH,) ,HPO,%Z0. 9EE%. Sr (NO;) ,#3. 5EHE%=
CHEDICER LML, B5EHI5 EAKOEEEBW. &6 9 OFEYME
=5,

COEMEERVW. 5EHI5 ERAKOAET. BEFHIDOSIx—MEY
FOLAF VY ZREMEER L,

(Z&H110)

BREVERAKBRICOE, KEREKZ100EHEBRE LELETIC, £
ntTh (NH,) ,HPO,%#0. 2BZ%. Al (NO;) ;%2#0. 7TEE%=
CHDICER LLUSE. SEBI6 ERROAEERW. ZEH 1 0DEY
BeEl,

COEMEERV. BEHI5 ERAKOAET. 2EFHT10OTIx—ME
DF o LAF Y ZREMEERLT,

(ZEH/1 1)
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[0246]

[0247]

[0248]

[0249]

[0250]

[0251]

[0252]

BERERERAKBRICDE, KBRLEE100HERE LALEXIC. %
nzh (NH,) ,HPO,50. 48E8%. Al (NO;) ,51. 4AEE%S
CHEDICER LML, BEHIS ERAKOAEERAVL. BEH1 1 0EY
BBk,

COEMEERV. BEFS EAKOEET. BEFHI1OSIR— R
VFOLAF Y ZREMEERL T,

(BELL&BEI2)

SEMEICL iNig 10C0, 10Mns, 100, F0OED (KRG, UT &
ELLERFI2 ORMWIEBR] WD EDH B, ) ZRHWVEUAIE. 5EH)S &
B#kODOFET, FIX—MRE)FOLAFV ZREBEEH LT,

<BEF 2>

BERFS~11, BELBHI2DSIR— Y FILLF Y RERD
MHPTEEZRE LA, AETZEMICHL. 25C, 0. 33CL—h &
4. 5VTCCCCVRE (EEREEERE) L. LT, EE3. OV
. 0. 33CL—ITCCRE(EERME)ZIToILETDRETEZRE
L. ShzHHsge Lk,

50, AETBEBICHL, 60C, 1TCL—FTEE4. 32VHD
3. OVOFEREDHEMREY 1 7L %20 084 7J)L1TWL, ZO0®., ERICS
REEL ERER. S ERECR CRHTHRETEZMNE L, Izl
17NV EEEE L,

BEMHREER (%) IUTORTKRD,

BEMRE (%) =17 ILBBE WHBEX100

SEMEDORBON i, CoRUMniEmMtL, WHBE. 20044 L%
DEE., THILEERBROBRERTICRT,
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[0253]

[0254]

[0255]

[5R7]
FEHE R e YA 7% rE
N i Co Mn 2ﬁii) HE MR
(g) (h) (i) (mA + h/g) (%)
ZEZH 5 0.45 0.16 0.39 141.9 111.2 78. 2
ZE ] 6 0.34 0.11 0.55 112.3 85.9 76. 8
B EE| 7 0. 46 0.17 0.37 141. 6 107. 6 76. 1
HEH 8 0.43 0.16 0. 41 138.3 106. 4 76. 8
ZEF 9 0. 45 0.17 0.39 141. 3 108.6 76. 9
ZEZF 10 0. 47 0.15 0.38 145. 2 112. 4 77.2
BEF 11 0. 48 0.15 0.38 144. 0 109.6 76. 4
SELEH 2 | 0.50 0.20 0. 30 146. 9 111. 6 76.0

SEMEOREBON i, CoRUMnitLd., EHNEOREEZ XIFAET
DHETRART D EICLYER L, F/. TEM—EDX2H%EAL.
SEMEOREEMEEHD L L TWRWT & IS, FWEORER VR
ICBWIRARECAWEZMg, Ba, Sr, AI| RUPDESHATEM—
EDXAHOMHERAUT THoI2Z &bHRELE, BEZHLE~11ICHBWV
TH, RERETHESNIEWEOREIZ. AMHASRMINETRICLY
FIBMENRIRT 52D TR, IFLONSTEMEICEETNSTRICLD
REICLY., TORBEREIHEEINDIEDEWVZ S,

SEMEORBON i, CoRUMn#RLLICDOWTEERE~11&58E
EBHI2 & 2T D&, WThOSEFICEWTH, SELERFIZ LY L
Mn#lttAE< R>TH Y., kE. CofMltMEL @R>TWBZ &HD
b, LT, BEMRRIIDWVWTSEFIS~1 1 5ELEH 2 & &K
T2E WThOSEFICBEWTH, SELRAILY tBREMIFERIALEL
TWBIZ &M, INODR/RML, EMEDREOMn kit %, T
D (XIERED) EMEOMn it LY 3/ T2 ET. RFLSEM
HEZRITEVEICLDIEVZ D,

BRHE. BEFTOLSICSERHOREBICIE. SELLERGI2DREM
ELER, 20004 VI BOBRTHOTNRBEMFEOREZE LHIEREIN
RS ZREBINEETSEN, 2000 VL EBILEZEREY M 7%
ICBEWTIE, BEMBROPUENISIIEKRT DI EAFRHINDE, FLT
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[0256]

[0257]

[0258]

[0259]

. EROZRBMIZ 200U A VLV EBADRBREY M1 VL BRICBVWTHHE
RBTIZ2RENMRBTINDIENBR/INEIDIL, SEH 7 THEINLRE
BEOREUMRROUETH> THEEINLARTH S,

RORUVKRT TRINLERERIE. EPEICEITZMnD TL i THRE
REBICREREFETHY., BUERIIMn SEENSVIZERENMETT
0. RE. FHERICMnEEENEZVIZERERICEBN S, | &ORM%
EFBLRWV,

TIZT, BIREEHBEDLINi ,Co.Mny 0, TCERHLINDFILE
AEBRBEMICOE. UTOFRHTE—REEHEZRW. Ni, CoRkUM
N DEMBRICE T 2MPORFIRILF—Z (FMH—-AH) & UFILE
EEBBItYHN L2 3D FILINEHRLLEIOBFIRILF—Z (L
| B —AH) 2BEH L, BRERSICRT, 4. BMFIRILF—Z (
—AH) &iF. BRREEEEDL INi ,CoMn 0, 0DITRILF—E, 1)
FOLDBERLN i, CoRUMnODZENETNIBIEINTERESEREED
BRIBLABOIRILF—EDEEEKT 5,

Y7 MO I 7T :quantum espresso (PWscf)

RIAERAME EVE A« GGAPBESR.EI#K

5T&EF% : PAW (Project Augmented Wave) %

SRR DAY AT 5 ORy
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[3%8]

Entry Ni:b | Co:c |Mn:d | #1#8l—AH Lidgli—AH
Entry 1-1 0. 56 0.11 0.33 87.41 51.49
Entry 1-2 0. 56 0.17 0.28 86.73 50. 82
Entry 1-3 0.56 0.22 0.22 86. 14 50. 25
Entry 2-1 0. 50 0 0. 50 89. 26 53.99
Entry 2-2 0.50 0.11 0.39 88. 34 52.75
Entry 2-3 0.50 0.17 0.33 87. 88 52.15
Entry 2-4 0. 50 0.22 0.28 87.29 51.60
Entry 2-5 0. 50 0.28 0.22 86. 70 51.03
Entry 3-1 0. 44 0.11 0. 44 89. 21 54. 06
Entry 3-2 0.44 0.17 0.39 88. 76 53. 46
Entry 3~3 0. 44 0.22 0.33 88.33 52.81
Entry 3-4 0. 44 0. 28 0.28 87.73 52. 25
Entry 3-5 0.44 0.33 0.22 87. 24 51.68
Entry 4-1 0.39 0.22 0.39 89.17 54.12
Entry 4-2 0.39 0.28 0.33 88.75  53.48
Entry 4-3 0. 39 0.33 0.28 88. 26 52. 90
Entry 5-1 0.33 0.33 0.33 89. 16 54.17
Entry 5-2 0.33 0. 44 0. 22 88.19 53.01

[0260] Entryl-1~Entry1-30#ERMN 5. N i fIR—EDHE. MnAEWERO
FHMEVHERLYE, L i BR—-AHDEARZVWZ &b D, Entry2-]
~Entry2-5, Entry3-1~Entry3-5, Entry4-1~Entry4-3, Entry5-1~Entryb-
2DBRNMSBERD I EN DA D, TIT. L iBlR—AHDENKEWE
HEBREEBBERIRETHDI N H, BREEEBEDL iNi ,Co . Mn 0,
TROLIND ) FULEESEEREDICEVWTE. NiA—EDHZE., Mn

BUWEKRDE DO RE & IBRIICHER I N,

[0261] H—REHEOHERNSHT. ZEF TRINLTEMREROUEIRIE
. EMEOREOMn I E<< A> I EICAY., EYMEREOBIREIE
BENLYERELIN, RREYA 7LRICEWTH, EYEOBIREESE
ENFHEICHRINZBREVWZ S,

[0262] L7=2>T. BEFTHRLUEERIE. ERICAWEZLINiI, 3Co0,, M
N, 30, RPLIiNIig 106C0s,10Mns 100, TAL, —MBRA: L
2Ni,Co,Mn,D,O,(0. 2=a=1. 5, b+tct+d+e=1, 0=
e<1l, DIZFFe, Cr, Cu, Zn, Ca, Mg, Zr. S, Si. Na
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KA, Ge. Hf, R
fHOLRBENDDRCEE 1 DR, 1.
NTUTHREYZETZEEALND,
RIS, FERET VA VEICOWTRE T %, ZEHI1~1 1 DFRICD
%X, RENERIBON i, CoRUMnHEKOBEFRICOWVWT, RIIKTT,

REMEKLLOWMDO TRIGKRERERMOHENRE DBERETRY, IR ZEH

Ti. P, Ga. V. Mo, Nb, W, L a.

7=f=2. 1)TRINBZMHT

[0263]

TON I (g) &, RENEFRMOMEMKO. 33IC0. 96%ZFTLALLDTH
2 EEREXRT D,

[0264] [59]

RE ML THER | AE
Ni (g) Co (h) | Mn (i) h(/mgA). 1&E(i;#o)ﬁ

BE02 | (o s | o.s3x0.n | @asxrse | |

B0 | (it s | ssxosy | @asxan ||

BEO4 | (o o ey | wssxors | @asxian | |

sERRE 1 0.33 0.33 0.33 177.3 48.3

BHEws (0. g':g. 9 | (o (2)‘><1f03. 8 | (o. gf? 3) H-9 .2

ZHEUG (0. 50%304. 68) | (0. 20%101. 55) | (0. gxs ? 8) e -8

BEwT (0. 50%%6. 92) | (0. 20§<107. 85) | (0. 30%317. 23) e o

sEHE | 50%4; w | o g Xlg 0 | o 30*411. o 138. 3 76.8

BER 9 o ‘5) )fg o | 20>-<107‘ o | <3> XSfla . 141.3 76.9

BEALO | 50%407. 94) | (0. 20%105. 75) | (0. 302318. 27) e e

BEALL | g, 50§<4o§ 96) | (0. 20%105. 75) | (0. 30%35 27) e o

BEHLESG 2 0.5 0.2 0.3 146. 9 76. 0

[0265] HXEHREFMON i, Co, MnDEKEZFNFNDb, c, d&T 5,

[0266] ROICT. gid0. 68Xb=g=1. 35XbOHANICHZ, WPR

ERUVBEMEROMEI FER gIE. 0. 88Xb<g=0. 96Xb®M
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FERNEHEEIND,

[0267] +ROICT. hix0. 3Xc=h=0. 85 XcDELERICHD, HEE
RUOBEHFEDOHENFBEANhIZ, 0. 63Xc=h=0. 85Xc D4
BEREHEIND,

[0268] ROICT, i1X1. 14Xd=Zi=1. 86 XdDELHERICHD, HHE
ERVEEMHRROBMEMFER i 1E. 1. 2Xd<i=1. 41 XdODE
BEREHEIND,

[0269] <B&EFFff 3>

SEZH 1 OENEOH T RUOSELLERG 1 ORLEZOWFICDOE, 14
VRASA4H— (EM=09100 | S, HAEFTHARKME) #HAWVWEATr
AAVI) U TRICTHEEEKIE. TEM—E D XIC& 2@ OO
HEEELE, EHERBHISOEHENAS nmERV20 nmOBIICHITEH
FrigRa&R1 OIKHHE S, B, K10DON i, Co. MnODfEIE. Ni,
CoRUMNnDEFEICHTZ2EEEBD%THD, /. ODfEIE. N i,
Co. MNnRUODEFHEICHTZ0D%TH 2,

[0270] [%10]

Snm 20nm

N i 32.66% 31. 74%

Bz 1 Co 24.32% 35. 18%
Mn 43.02% 33.08%

) 62. 44% 51.92%

N i 34. 14% 34.50%

. Co 33.64% 34.23%

RALH o Mn 33.22% 31.27%
O 49.71% 49. 59%

[0271] &EHI1 OFMEIE. KREMETC o lbMEL. MntbAEW I &EAEN
FoNnic, £, RKEMEOBRIELATEWI ENEMIT LN,
[0272]  (B&HI1 2)
FERAIE 1 TV, HEMEE L TOY) F7LEBEEBEREMICUITOMN
HxITo 7,
[0273] HMETHERINAELINI, 3Co0,,:Mn, 0, TRbLbINBYFIA
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BEEBRIMEERF L, KBBRL2HEE100EERE LEEEI. (N

H,) ,HPO,%4. OBE%. Mg (NO;) ,%25. SEE%SUREANE
AKBHRETNTNARE L, YTV LEELER Y RENERKAR
IREL. ERTIRIBRE L, RERBEIE3 OB Lk,

[0274] SRRERBIKBZITWV. RWT, REAREINEL FULECEERILY%
130CT6IARIE L, TO®. Bohk)FULECEERILYE
. 700C. RSFHEKTT. SHBEMEALL, ChODBEBICLYBLN
ERMESERN 20EFWEE L,
[0275] HBEB120)F I LA AV ZRELZLUTODESYESRL =,
[0276] EMIILATDEL D ICHEKL 7,

FBAKERE LTEA20umD7ILI =V LEEZEFE L, BEH1
2OEMEZIA4EEI. SEMHFE LTIEENROTEFLY TSV ),
BLTHEEFE LTIEENHOR) 7vibE=)F> (PVDF) ZRE
oo COREWEBEDN—XFIL—2-EOY Ry (NMP) (IHE3H
T, ASY—%E& Lz, ERT7IIZVLABORAICERRS) —450H

ROHS—TL—REZAWTRZ ) —DERICAZEDICEHR LI, XFY
—ZBHLETFINI=Z0LEE80CT200EEIET S ET. NMP%
BRICLYBREL. PLIZ0LERAICEMEBEMRI S, REICE
MERBZFMIBLTINI=ULEE, O—ILTLABREAVWTERL, 7
WEZOLBEEEMEBE #MEICRERSI YL, BE&WE120CT1
2B L, BERBREBTIRL, FEOHKIKX (ER 14 mmDAIR) T8
YELY. EdRES,

[0277] BBIELLTOL D IR L K,

TJ5774 N9 TEERE, SEHFE LTKB1EERRE, BEF &L
TAFLY—T7HYTvTL (SBR) 20/ 1 TEHERERTAHILKRF D A
FiEO—X (CMC) 14 /1 7TEEHREZREREL. COREVEEE
DAFVRBKICHBIETRZ Y — 2B LE, CORZ) —%zEBRAE
EFRTHIEHF20 umDIAEIC R —TL—RERWVWTERRICRSD LD
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[0278]

[0279]

[0280]

[0281]

[0282]

[0283]

[0284]

ICBTL, RS —2Bm ULEEGREGZBRETLIAL, #EYWE2200T
T2, BEELBETHNEL, MEOHIRK (ER14mmOMHK) IZH1Y
BY., & L,

FEREOEBS LCEBEAWT, I VB FIO LA A Y ZREMRERUE
L7ze EL<IE. EBSLTEBORBIC, 2/L—49 & LTRY FOEL Y
SRYVIFLY/R)ZFAEL YD 3IBEEOHIEEL, SRBEHIRY — k
L TBiRE S L, COBREEZ D4 VB —XICANh, BfKRZE
AL, BELE, BfFKRELTIE, T FLvAH—FKREX—K (EC) &V IF
IWAH—KRx—hk (DEC) #EC: DEC=3:7 (fHEL) TRALELRA
ICL I PFETEI/ LEABEIBRBLEAREBW,

UEDTIRT. 2ZF1 2024 V) FOLA AV ZREREFER L

(3411 3)

FEBAIBE 2 [TV, HEMEE L TOY) F7LEBEEBEREMICUITOMN
HxITo 7,

HETHERINAEZL iNi, 3Co;,5Mn, 0, TRbINZYFILA
HEeeBBtMEERB L, (NH,) ;HPO,Z3 7TEHEE%RUCRENEHR
KBBRERAM L, VFVLECEERMEREANERKBRIREL.
ERTIREES L, RERBII3 OB E Lk,

RERICKEBAZITV. RWT, REAREINL) FULECESERLY =

130CTOIRMRELL, ZO®. B5NELYFULECEERILD%E
. 700C. RSFHEKTT. SHBEMEALL, ChODBEBICLYBLN
ERMESERN 3OFEWEE L,

LT, SEMEE LTSEF1 SOENELRA LML BEH1 2
FEFOEESFET, 261 30014 VEBEYFO LMY ZREMEERL
720

(BELL&HEI3)
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