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(57) Abstract: The present invention attempts to solve the problem of providing an active material for a battery that makes
it possible to maintain suitable initial clone efficiency and cycle characteristics and improve the discharge capacity to, for
example, 800 mAh/g or more, a composite active material for a battery containing the active material for a battery, and a
secondary battery containing the active material for a battery and the composite active material for a battery in a negative
electrode. This active material for a battery is an amorphous silicon-based material formed from elements including Si,

O, and C. In a chemical shift range of 20-150 ppm in a solid 28i-NMR spectrum, the ratio (A/B) of the total value A of
each of the peak integral values attributed to SiO,C, and SiO;C and the peak integral value B attributed to SiOy is 0.5-5.0.
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BICIEF100~130CTRUETINIEELLS., RYSI R, RYFPIRAZ
NEEERE LEBREERZBAVWLBEICIE150~450CTHUNIET
52 EDTFFELW,

ZOBIIBIC & VBB DOBRE, NV YORBIBICL 2EBELIER FI
FERTHFEEESFBOBELEIELETE S, #H. Th5ORNIEIE, L
BROEEROBILEZRE IO, NYD L, PILIY, BREORNEHFH
K. BEFERKIITITO I EDNFE LWL,

/o, BIETBHIC. BFRIE LR (INEAE) LTELZEPHFFL
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[0073]

[0074]

[0075]

W, ARAOEBAENE (XIARBOEHURESTEYE) ZRV-ER
Tk, BBEEN1. O~1. 89/ cm3THH I ENMFELLL, 1. 1~

1. 79/ cm3ThHdZEPLYFFLL. 1. 2~1, 69/ cm3ThH
2ZENILICPTFELVL, BEBEEICOWVWTIE., BWEEBREERVEROD
FRAEFRENG LT 2EANH 2N, BEFABEITEEE, EBHOEBEN
BT D ETERGEFBERROMFEIMRATBL RBLOY A JILEED
KF9T 5,
<EMm>

BUECIEMRIE., BUIECEMBERKICL T, EEARRALICEMBZTNKT 5 2
ETRZIENTED, COBEOEEFRIEITIVIZV L, FHV. ATV
LARMEOEBYEE %, BIK. WHITER, X v aRREFICLEBRDOD
DERAWDIENTES,

AIECEMBEICA WA EEMR & LT, FICHIRI AW, FEXKEHE=
REMOHPTE. VFIOLAF Y ZREMEFERET ZHZEICIE. BIZE V)
FOLAAVER—EVYTERLIFA V9 —hL— 3 VABEAERIEEY.
cBEtY. €BMY. FLREBMHSIFMRZAVNIELLS, FICR
EXIN@W, BIZIE T/ RBYFOL (LiCoOy,) . ZvTILEEY)F
DL (LiNiOy) . xVHAVERYFIL (LiMn0O,) , LTINS
DEESEIEY (LiCoxNiyMnzO, x+y+z=1)., JFIAY
VHVRAERIL (LiMn,0,) ¢ UFOLNRFIILIEEEY. V.05 Ve
O,3. VO, MnO,, TiO, MoV,0, TiS, V,S. VS,
MoS, MoS;, Cr;0, Cr,0s FUEVELIMPO, (M:C
o. Ni, Mn, Fe) . RUZ7EFL v, RYF7ZYr, R)EO—I,

RVFFT7zv, RUTEFLVEOEEER) v —. ZHAERRELE %
BRIWVLES L TERTZIENTED,
<tzNL—%>

pIEdt/NL—4% & LT, B, RYUTFLY, RY 0L VYEOR
DAL T4 VEERDE LA EA, 70X, AT 1 ILLXIEZFN S %54
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HAEDLELLDEFERTIIENTES, b, FRTZIFKEFEEZRE
MOEEE BEBAEFEEMRLAVEEICLAEBER. EXL—95FERT2
MHEILRW,
[0076] <EBfF&K>
BiEREERE LTE. WAE. LiCl1 0, LiPFg. LiAsFg L
i BF,. LiSO;CF;ZED)FILIES, IFLVA—RR—F 7OE
LYh—RRx—b, TFLYAH—RRX—bI EZLVH—RRX—I TIF
OXFLYA—RR—b, oORVE IV ARSIV, 3—XAFILAIL
RV, 2, 4=IAFIRIVKZ Y, 3—AFI—1, 3—FFHV )
v=2—Fv, y=TFAZI LY, VAFIA-RR—F, VIFIH—
RR—bM, IFMAFILA—RR—b XFLTOEND—RR—F TF
WAFIA—RF—M IFLTOELA—RR—F TFILIFILA—R
F—hk 7O A—FRR—F 1, 2=IUAXrFIITHY, TrIER
Q75> 2=AFIFTZERFOT7S52, 1, 3=-IFFVYSV, EEEX
Fib. BEBBIFILEFEOHEAKS L IE 2 KU LOREMDIEKRAFIC AR
Lic. WhW2ERERREZERTZ2IENTES,
[0077] <ZREM>
AFERHOIREMIE, FICREINQRWHA, R—/N-HEH, Ky VEE
. 24 VEEM. BELEN OERER AREMRRE S LTEASH
%, Bk LeARBED ) FU L4 TREMEIBEYEIL. VFoLAA
VEBARBT A ETRERBE THEREEERESMRK. HIAIE. /N
Ty REFv RV 8, BREVFOLIREMAREICHERT 2 & HHE
HB5
e
[0078] LATIC. AFRPBOEMAEME 2 RBRICER. M L A—HORKREZE
NI 2H. BIRBRD L D ICEIER. FMAEIETINSICRSD B D TR,
[0079] (&A1 : RY P OFH URIBREDERK)
RUXRFOXFILOSTY (MeSi(0Me)3) 2 1. 8g, YA MFIT T
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179gZMA4BBRRBIEL, 0% 130CETMEL. | PALKD
BRI BB ETEET R & TRY YOF Y VaIRAEZRFL, R) 2O
FHURBRAKICEITHROF T UVDEIE (EL%) . RIICEEHDOEH
UTH,

(GRBI2~7 : R >OFY VRIEHMEDOERK)

AIREERBI 1 ICEBWVWT, RUXRMEIAFILISY (MeSi(0Me)3) & X
¥z S5y (Ph2Si(0Me)2) Z. MUXMFIXFITSY (Me
Si(OMe)3) . MUXMFL Tz )PS5 (PhSi(OMe)3) . I X MFT I X
FITSY (Me2Si(0Me)2) . YA MFI U TS5 (Ph2Si(0Me)2)
IKRAT, B4DEEZRTICHBLAEE LEZ ELUMNE. £2TEKBIN &
FE#RICITo /e, R OF Y VRIBRFICE T8 0F bV 0RE (EL%
) 1E. RIICEHDOEHY TH B,

(BRI 8 ~9 : BIBRIEDAER)

AIREERBI 1 ICEBWVWT, RUXRMEIAFILISY (MeSi(0Me)3) & X
22Tz 5> (Ph2Si(0Me)2) . 4V FOELTILO—IL (I PA
) DIRER%EZ, EROFIIUSVERTZIRI)IAFILO>OFYY (SIHEER
PDMS) . 1, 3, 5, 7—Fh3XFJ) 1, 3, 5, T-FrSEZLY
saFbhZoOFHr 1, 4—EX (PAFILEZIDYIL) RVEVIC
RAT. BRDEEAR2IRLIEE L. MLIY 34 gEDEARICK
AT ELDARBETERSB T EEAKICT >, R OFY VEIRAEICS T
2820F Y VOEIE (EL%) 1F. RIIKBHDEHY TH 5B,
(LEBEKRBIT. 2 : R >OF Y VRIBREDOERK)

AIREERBI 1 ICEBWVWT, RUXRMEIAFILISY (MeSi(0Me)3) & X
¥z S5y (Ph2Si(0Me)2) Z. MUXMFIXFITSY (Me
Si(OMe)3) . PUXKFI TS (PhSi(OMe)3) ICEAT. B2 D
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RYEVDOEEER2IKRULEEE L2 EUAILTERE 8 & ARRICTT
2, R OF Y UVAIRKICSIFZEOFTVOEIE (EV%) E. X
SICEEEHDEBY TH B,

[0085] [3<2]

[0086]

[5=1]
1]
U2 =2 MeSi{OMe)3 | PhSi(OMe)3 | Me2Si{OMe)2 | Ph2Si(OMe)2
(9) {(9) (9) (9)
a1 21.8 0.0 0.0 9.8
SR 2 34.2 8.3 5.0 0.0
S 3 23.5 10.0 13.4 0.0
Sk 4 19.5 13.1 15.1 0.0
= E] 24.9 0.0 11.6 0.0
ankfle 27.7 0.0 9.1 0.0
Ankpl 7 32.7 119 0.0 0.0
[#&2]
SiHZH FhIAFA I,
7" M PDMS Fhst* 2B 1’_‘:; :5(,\’, f :f’f
(KF-99) | 305h3508%> | ~
(g) {a) (9)
SRk 8 14.4 2.6 3.7
SR 9 14.4 5.2 0.0
% | MeSi{OMe)3 | PhSi(OMe)3
(9) ()]
IERe S e 1 0.0 39.7
HosE k) 2 5.4 31.7
SiIH3H ThIATA et TR
BT K PDMS A5 A 1'_‘:;)3:,; :"f
(KF-99) | 305035084y | ~
(9) (9) (9)
HeSake 3 11.5 4.4 7.0
S e 4 9.7 5.9 8.5

(Rl 1 ~9, LBHI1 ~4  EPEOFER)
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) OF Y URIRAKER,
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(EREGIT 1 : FIREESY. REMEOER)
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gmAZI ELUNMILTERH 1 0 EBERICIT> I,

(tb#ef) 5 )

EREH1 OICBVWTAHWEERA 2 DRBEICEA T, tEEBEERAFISICH
FARINETRORIGEE AW Z EMiId2TERBER 1 0 &EBFRRICIT 5 72,
(th#efs) 6 )

EREH1 TICBVWTAHAWERA 2 ORBBEICEZ T, EBEERFISICH
FTRRIGETRORIGEERWZ EMITETERBEH 1 1 EBERICIT 7,
(29SS i —NMR DRIERUEITHE)

EREHT1~12, RULLRHF1 ~6OREFHNEDH Y FIL%E, ¢4mm E
A NMR RHPEICHERL, BANMRAHEE (JEOL RESONA
CE&, JNM—ECAB00) IZT. ¥YYFIWINIWRAELEZ, Bbhi
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T—4%%, ACD LabsVY7bh7zx7IlTGauss +Lorent

zEABERWTCRE DB EZT o e, IRBDBEICTE SN E—JEEZITIC

HTIALYTR20ppm~—150p pmD&EEICS i 0OC,. Si 0,
Ci. SiO;CILRBINZZEAE—IVRENMEDEHEAE. S i 04ILRE
INBZE—VEHEBEDLE (A/B) 28H L7, EHLEA/ BORE
ReRA4RUVLEICTRT,

GEYIE D451 F)

RHEFI1~1 2, RULLEREI1 ~6 DZEMEOY Y SV E, BREERE
MAEBTG,/ TDA (BB% Thermo plus EVO,|. RI
GAKUE) TRKHF1000CETHELLR. BOBICL>TEERD
DB THEIDEREESE. SZBPBICLZ2EERVERL ERHKRE (7)) —K
R) BE L. HUERBRI SBSMBHABEEEZROL, 7)) —RkFRELKR4S
RUEICTRT,

ILICEMRBIT~9, RULLEH 1 ~4 DEEFNEDOY V TILE, STV
DYEE (BE INRS—-55001 ., BASHE) £Y1320cm- ¢
I (DAY R) DE—V@ED&, 1595 cm~'E (G KR) OE—
VBEGEDLL, G/ DML, G/ DEXRA4KRULIIRLE,

(BB RO E M OIEEL & 3T4)

EEFI1~1 1, ROCHEBHI1 ~6 DX ENE80O0Omg., 7EFL VT
Zvy (BEBF) 100mg. h—ARYAFIAFIEILO—-Z25mg
. fEK1000mg%zREL. BRYEXREBBZRAW2000rpmT, 54
B#%. 0. 5OBE LA, TORRAFLYTHIIIVIL (NAVH) T
Emg., fiiZk 100mg&EMAISIEERYEAEREBAL2000rpm
T. b, 0. 54MAL. X5 —%1K5K,

CDAZ)—%ZREE6 O umilRd LD ICHiRLEICEHm. 7 0CITMMEL
Ry N TL— b LETEERELZ, TELTERT4mmOARKRICAY b
L. T10CEZZEL. BBTHIBBEIERL
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[0095]

[0096]

[0097]

D 7OEL VEERAL—4EN L CRIGEE S ERaxmI &, R (1
mol /LOLiPF6, REEVIFI :xkEIFLV=1:1 (FFEL)
) ZIREIECHMAN—T7 B FR L,

TRhY MATEREEAHREL — MORETT OEDTERELITL. K
BRMYOFMZIT o/, MEEREFEHEE (10[a) FUATOLIICL
TRDTz, FHERREFRL RV EITTRT,

Hy hFT7EEEE: 0. 005~1, 5V
RHREL—HF:0. 1C (WL S3HA12)ILFET) . 0. 2C (4H475

W)
PExNER (%) =¥EIRESTE (mMAh g) /¥EIRZESTE (mMmAh g
)
REMEER (10@B) =1 00BHOKRESRE (mAh g) /YIEKNER
= (mAh,/g)
[3R3]
[#&31]
. L L (SI03C+5i02C2)
Si02C2 Sio3C Sio4 /si0a
(mol%) = (mol%) | (mol%)
i 1 19 19 = 58 0.64
FHEH 2 14 23 2 44 0.84
S2Huf 3 15 = 22 | 51 0.72
ES TP 15 @ 19 | 51 0.68
2l 5 18 22 49 0.82
xHafl 6 21 22 | 47 0.92
S g 6 @ 22 T 0.83
it 8 23 0 4 20 3.14
EITE) 24 | 46 18 3.89
e 1 14 | 11 .75 0.33
Wl 2 12 = 17 = 59 0.48
W 3 23 49 . 16 439
4 18 = 53 | 15 4.86
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[%4]
[#F4]
(SIO3CH+SI02C2)/Si04 | M-z B?@% Gg}')%) mgg% DEaE ﬁﬁ%*
(%) (in air) (C) .00 {mAh/g) (%) (%)
el 1 0.64 20.2 577 0.79 881 63.7 89.5
kil 2 0.84 4.9 776 0.74 963 639 888
Sheil 3 0.72 B.6 724 0.74 948 64.4 894
=hafl 4 0.68 12.3 710 0.75 915 64.9 92.0
bl 5 0.82 1.9 709 | 0.75 928 | 632 | 889
EH 6 0.92 1.0 705 | 0.75 932 | 611 | 885
=hafl 7 0.83 N.D. N.D. N.D. 935 60.2 883
Shefi 8 3.14 33 580 0.78 966 64.8 88.2
S=HafH o 3.89 N.D. N.D. N.D. 965 67.8 88.7
s 1 0.33 45.6 449 0.89 572 53.0 86.6
s 2 0.48 30.2 536 0.86 707 58.7 86.9
Haei 3 4.39 2.8 583 0.73 967 65.0 833
M4 4.86 3.2 576 | 0.74 969 | 655 | 812
[0098] [5%5]
[&51
{5102C2+5103C) e | BUMR G/D #1o] g =R
/Si04 TR e | o) | meams PEE T 0m)

(%) {inair)| () (mAh/g) | (%) (%)

KB 1 0 0.84 26.8 773 | 0.74 779 66.6 91.2

ET R 0.84 X 781 | 0.74 88l 708 88.5

e 5 4.39 28 579 D.73 781 67.3 B4.6

%616 4.39 22 586 | 0.73 784 7.7 | 829
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[553K1R2]

[553KIR3]

[55K1R4]

[E53KIR5]

[E53KIR6]

[553KIR7]

[53K1R8]

[553KIR9]

&a R D&

Si. O, RUCEZSURFENOEBUINIIEREERRZMETH
Y.

E#29S i —=NMRZRI MLDTFIANYTI20ppm~—
150p pmDEEICEVNT, Si0,C,RUS i O;CILREXh
ZRAE—VEDEDETEALS i OLILRBINZE—VENE
BEmtb® (A B) #0. 5L L5, OUTTHZEMAEME,
I EME A2 ZSP CRANRBIELEXDESERVFIBERENS 5
OCUETHZHEKREA EHOBMRAEWE,

RIS EMEh A ZSP CRADBILLEZDEERVEN 2wt %
MUE3 0wt %UTTHZHERET XIE2EHDOEMRBEME,
RIESEMEDS T Y AR MLIZBEWT, 1595 cm-HED
MBTEREDG—NAYRE, 1320cm- HEICMHEBY 2KE
DD—-—NY REDODE—V53EL (G D) 0. S8LUTTHBHEKIE
1~30oWFnh 1 IREICERHOELAENE.,

BERE1T~40WIThH 1 IHICEHOENE A BBICEU ZREMR

BRE1~40VWThHN 1 BILEHOENEEEREZO—IICS
CEMRESTEME,

HRIE 6 DROWAENHEOMRERIC, R BHSEMKE R
VHRERRDNOBEINDZ DAL &6 1 BORFEMBZEOCEMRE
BEME,

EKIE6 X 7 BHOBAEMEOERERIC, THHAE150n
mUTOERNFZEUERAESEME,

BRIE6~8DWThH 1 HICEHOESTENEEZGBICST IR
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