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COMPOSITE POWDER FOR USE IN AN ANODE OF A LITHIUM ION BATTERY, METHOD FOR
MANUFACTURING A COMPOSITE POWDER AND LITHIUM ION BATTERY
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Composite powder for use as electrochemically active material in an anode of a lithium ion battery,
whereby the particles of the composite powder comprise a carbon-based matrix material and silicon particles
embedded in this matrix material, whereby the silicon particles and the matrix material have an interface,

characterized in that at this interface there are Si-C chemical bonds present.
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Composite powder for use in an anode of a lithium ion battery, method

. for manufacturing a composite powder and lithium ion battery
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Composite powder for use as electrochemically active material in an
anode of a lithium ion battery, whereby the particles of the composite
powder comprise a carbon-based matrix material and silicon particles
embedded in this matrix material, whereby the silicon particles and

the matrix material have an interface, characterized in that at this

interface there are Si-C chemical bonds present.
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Composite powder for use in an anode of a lithium ion battery, method

for manufacturing a composite powder and lithium ion battery
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[0001] A% BH {4 BH > — 18 A 70 2 B 7 & 46 (lithium
ion battery) Z (BN EESMH R - ARNBEERL-—HEHEYH
RETA RBSL-BEYHRNVERTELHE -

[ 5% A #5217 ]

[0002] §2 B T (Li-ion) & M 4H 1% B Al % A8 & £ §9 B
H HELERAMTHEETEENRE - L4 EBEEM
HEKEAREM TR (PIORERETHFS) LHERE
Taret - HBEELENEEERE - ESsTREFEIHE
WEEEFEE -

[0003] — 58 & T % A ¢ (Li-ion battery)— & & FH & (B
Pref Vil g FE M (cell) ZEFERFEMEMESHE —E
(2l) EF  —R (BK) EBR—-ZEN—EHERT
okt BERHERAEEEROERTFEMN R GE
AEAZEEME - Bl /KRBy $8 8 & {6 1 5 58 6 48
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ZEY  RARBBN —KANAEGS -
(0004] EMNEETEME Y Kk (AARTS St @
THBEE) WEERHEEEZ —E %16 P 1S H
B El AUESAETE B4 TEEMERESTH
RBImes 85 R ZBRENELBEEMR  LEHS
ALY GEREERHPENEZESES R P2 EE S
(incorporation) il W Z E MM B HER RS & 2 FE -

[0005] BRAWERFWHEEL  BHATEE 4200
mAh/g B 2200 mAh/cm’ WEHRZE > HEEFEEAR
E2(G72 mAhg) 2 FBMAtLBAR KB EEZ S
& - |

[0006] FEEE » EAXHEBRT  BEXUWERE
EHREE > Si TE - FHE TSI, BAUSRT SitE @
AEELERE (EERNEEL) -

[0007] #ATH » 7€ B 5 o 5 F§ B % (silicon-based) & 1t
BEMMRE G NEASHEYEELSEEMR
CEARBREEE SEBRTEBBZEEMBNPERLE
& (Bl BEed) B BREEKRITSE 300% ki
FEBEEL  FHEECUMEENNNE K BEKET
FRWOMES > BTETERY N Z #RE LML -

[0008] B B LB FHM B 2 EHBMIESLEER
FENAEBRKEEEANE R ER S L TE— By
TEABEINEEBESNREE

[0009] BB REY > BRUBENESNE  #%
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MRABREBEREHEZY M BRE DR RBRKRTEARRNNZ
WRF (—EAF/NK 500 nm: BE®EEM /NP 150 nm ~
EHAN) c B EEREESLEFEEM S TER— AT
YRR OR T % -

[0010] REBEEZREXNE  EBEEHRESYNLTF
(composite particle) » H #1 3% F W I F 1% B — £ & (matrix)
MoE (3B % B B B (carbon based material) 0 {H 75 7] £E 14
B & & & (silicon-based alloy)E SiO4 H 0<x<2) B& ° 1E
AEHP  EEREAFREREEMBZEEY

[0011] A% W —BHXEGEEZEETREEE K
— E #) SEI ( Solid-Electrolyte Interface » [& #2 & f& ‘& 1
W) -SEl AEMRRAEN—BERLREEY  MERLEEI
HAEBELERENTHEZEBEL.  TREER —-—FRENHE
BERNE (HABXXE-RERBRBZEERE) - —EWN
SEI FIRfEE — S Ml —EM4H 2 BIE > i # L R HI 07 2 5%
ZREBERBREBZER -

[0012] R Al E » SEI & — & B % 1k 12 FF (self-
terminating process) * % H &K &£ E F &F " #i 1t =
(passivation layer) , —JE R W X® LEE L - &AM > B
RN EERE  WIE SEIMESTERE (8#1L) AR
B (RE) HEBE B HFNWYRELYBEEHHFSA
#Hy SEL B Rk -

[0013) EAFEBEMEBE S » N EEL/RERFEBE
GEBHMEEMARKREL ERIBGHGEZEAREHME
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R—BHEFBENEEHEN A ENMAFAERNERRM
BEEE (HE—ARE-REF/ERU%ER) - Bl K% EE
HYWEGBYRNAEZECTRESZEMUE -

[0014] HRIMMELEWERBEWZI T EGERES
fR B 5 B 9 (electrode paste formulation)# {5 Hi i )R & (&
Blpk sy (Bl WEBRK—FREEEMHZAEY)
HEBR BN EEYHESR  ZTRBRAAZELHEY K
T 88 # Kl (host materia)iZ B /RE SR E M (T REEZET
—EHSR) AEEBVRIBAHEE/ RS KRE K
(BFEHEHBREBNEEEREZET —TTRNEHS
5% )

[0015) BEEEBRAEPFHESZELBZBEURM DN
BMEBRERES  DREEFN  ARIE-FEREL
M TEMEINENER - BEBME > HAHHERAX
W AARUELEE K EMBE (coulombic efficiency)
& E & 5 T &K HY -

[#HAF]

[0016] At » AEHMPN —BE—EBRETFEHLELZ
—EBPRAELELEEEMBZIESYH R  BHLZIK
BYMRZFBEE —kEEE MR (carbon-based matrix
material) ~ KA R EEEM B I ZH T BHEZFEY
NMFRZEBEMHEE-—TH HPERENSESR Si-C 1k
BRETFE -
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[0017] RBAZRHAZEEMEARALEGH REEZ
EEUE AZHEHRTHAR  ZFHAEEY-RILEZES
RETYHRTFTEREEMHM BEENEKAE  FE8%E
W FHEEBMSZENE EOED (Fl0 - BEE M4 FE
ARy ZEREBEHBRE) BFGERYALFRE
BEMEhok ZBENMEERFEAREAEEFHNELE
W BERZITRA - 2R REABRIEERETHRE
B SEI o

[(0018] X B E »r URARNMRUERMNEY P
EEHSECYM KRNUEHHBENS  —KRAHEHEEE
M #B M 1000°C > X 1100°C » BRAEW B Bk o] At & 4 £ &
HEESYM R P -

[0019] AT » EERLEHAETEHRAR - XREAN
(superficial){L 2 Si-C #EZH K (LEXZEHPEET
BEZHN) " MERKYZ2ELRARMAEY  BREETH
ERRGEBEENMN  -BE ERFERPHPRNES
SR  EHAZFHARBIERRKD -

[0020] Rt - E—BHEEHA T  Z T EHASE R
R  ME—E—PREFRAT  EEVUHRASE
R R |

[0021) E—®HEEBEA T EZNEHERFEFE T H
a0 3.5%(Si*T+SPH)+1.5%(Si? T +Si!)>2%0% » B Sitt %
MEEER Si EFZHBFAGEILER S"AH = EEEH
SIEFZHEMREER SI"EH _@EEEH Si BT 21
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WG R > SIi"AEH—EBEER Si EFZHYAGLL
Rom O"RY _EHABHERFZHHEFAGLEE > 20
EETRABRFIRE -BEZ MEFEAARR Si ETH
RER—R8 (BEXBEMTE) TEEHFHEBEARE
R Si EMTERNR —RBEZAEHFHEE - £
BYNERE SI-CILEBREERE -

[0022) #& M » AA B A B A B A W E 6 &M
EOEBAEBAE Si-CLBREZHFHE EV K Si-C 1k
BREFMBEZEBR/NKNEEEREMEAH XRD Ff
HENBR P GO -Si-C L2REZFEETHER
XPS 5 RAEHBEHMEEMmK -

[0023] % A2 B TnSi"">2*0" " Z EHE M -

[0024] BEZ  WR--W-BWNEGERERARTE
EL2848 MREVWZZEBEHHESESNRKREEZAERA
B -UREEBHHERAYWESHH > ARG TRENMERER
—EBEE Si-CLEREZHENHEHEFE -

[0025] RAEEBEEFEGYWEZILLO GERBN
FILE AR BENERYRE - Rt > BI6E X A& A AL
tERtBE R - |

[0026] # B XPS X FE WA ERERKEE 2 8 E A
%o  BELEREEETEFEBERNRH X ZEREFEAEREF
iz —XZERELERSE  FIUFTHEFERE T
EREZHEHEMRMELEER -

[0027] Si**~ Si** - Si** -~ Si'" - K O 4 W#HEH X &
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GHEBTFHHEBAMRAE  BAHE SiYE SITZHEMRK
Si*Hl Si"ZHA  REWEMR Al Ke EEXRER X &
MR > F R 25 eV Z 8 A & (pass energy) » MRS
FMBZEBREENT ¢ Si 2p HRBRNVNETHRER —
ERUERNFFEEELE  BEESEHD Z S I (Gaussian) &
B ERE 101 eV ZARFERA K SIHEFHE Si' R/ F ZF
f5EE® - W HAFERAE 103 eV ZAFERMAE SIT"HFHE Si°7
FRFZ stk & -
[0028) E—WEBEBRA P > RIFAH THIHH :
3.5%(Si* +8i ") +1.5(Si2*+Si!")>2.2*0% » R FH K Si
ZIEZ2REHBENRSIREZBEEFEREBRE -
[0029] FE—BETE®HE P - Si*" - Si>" - Si*" - Sil*
B OFf4# X BF@RXBEF e (ETHRBR XPS) BHXK
M > B E SitE ST Mk SitTEE SilTy A .
[0030) A BHE-—FTHN —EBEHE-—EESUHERZ
FE SZECYNRRERGRBAZHO M L2 ¥
EMHBR T ERBETIND R
A R RT
B: RENRZEVWHNFLZ—FEaEAELWZE
HIHFELEREHE —SREEYER  IEZ
EWHNTFZzZERE LAY EAZERLELEY ZHE
B2 KRE
C: REZEVHNTHTNERIB AR —HKATERY
D HERHEKRKELHE CZEY BEHRAKRMNEYZH
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vall
[0031] HEBERNHEAGEREELEZEUMRAYZIEESY

MARNWEHZ T A (HBRZFEE B) » FBELGTZEZGgRIER
EERERBLEUNEZIBR FAEHAMEERHRIT R
B ER g EWHERILEWZHEP K — % M B
(mechanically strong)Z 70l » I 41 HH B N E & | F A
AR EME (R ZE OB RE R BGEERK) £ HH
Mz EmET -

[0032] B¢ & - AFEATHETIHERMKER -

. —BAR - TFELNHEHZ —BBFTZESHHN

880842

KoOBUHEZIEGUHRRZNTEE —KRELZEMH
EARRLEEEMRFZHRT  BLEZEWHNF
hZBEEMRAEE—NTEH HbELENTERFET
FBE & ¢ 3.5%(Si*T+Si%*)+1.5%(Si*T+Si'T)>2%0%
B SI"EFNEEER Si EFZMHEHEAMGLL
RoOSIVRHREZMEEBT SiIEFFZHEBMGEEE
S A EEBH Si EFZANMBLE - si'”
BE_—EEE® SIiETFZHYFGHER M 07k
H_EEABHEAERFZIHEHEMMGEER  £HERT
BEFITER-

R 1 ZEEMBKR S HE st ST sitT

Si'*"s B O {al#Ed X HGNHEFEENHRH
oo B HE SIYTE STy MEFE SiTTH Si'TZ 4
ﬂ] o
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AR E—FZREED MK > HF

LB 1 2EESMBER  Hd ositT e ST sitt

Si'" K OfhWHFEH X HMLET N E WA
FooBIHE SiYHE SPTTxE Rk SitTTE Siltx e
> ZEBAEM Al Ke BEXRAER X HRE
A2 eVZEBEE  URUEFSIRBZHE
RIEMT :Si 2p MG EE —FR/UERINTHEE
% BE S E S 2 S W (Gaussian) & > £ B &
101 eV Z SRR T SIHEFESIEFZHE
R WAFEHAE 103 eV ZHERARE SiYFHEFHE
SR F Z B i tE & -

R FERFE—ZBZIESYH R B ZEWR

FEASOmm ZE/NZ —FHRE -

AT FERFE—FZEEYH R HPZKRER

b {5 B B (piteh) B0 48 B4 5 R 09 B B -

WA FERFE—BZESYH R EFHRFAET

GIBA % : 3.5%(Si* +Si*")+1.5(Si*"+8i'")>2.2*0% -

WA FERFE B ZE MR HFZEESY

MARAsERRIEY -

&*‘rﬂ’

L E=R7
MARAEAEH X HEEFNEEI & & SiC
=

[0033] REFHRKEBHTIENRYRBREL M E —2F

B -
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[ & 77 20 ]
i 5 A 2 43 17 77 0%
BELEREZHE

[0034] {EFH 80 wt%MFHREESYH K - 10 wthHy
Na-CMC £ & B (42 F 8 <200000) -~ K 10 wt%Ay (& &4
AN f0 B (Super C65, Timcal)ZRE fF — 8 - £ — % — T B
> B 2.4% Na-CMC BRI HBMEBRE - #F > § 4
BERMELBRAGERASHIUESHEERE 20 o8 - —
ERNBEERZEFI HE  HNESHAMBENDARER
0N EPHAERASSYRERBEERERER -

[0035] #EAHEMA 125 um BREEZMEHER > MFH
BHENKZEBERZEHEOAT pm)E » REE 70C THEKE
2N RBHEER -

[0036] STHEFREEBAELE 3 NEHBERNENEE
ZHMEPAE IS0CTERE -FARFERE (EKEFAE)
TRE AN EBENEZETERH B H ETELZA
oo FRfE B 2 B M8 4 7 EC/DEC(50/50 wt%)+10%
FEC+2% VC(Semichem)Z JE& ¥+ 2 IM LiPFs- £ —
MR10mVEISVZEERBEAPRL C/5 Z C-ER (X
EUEMBZHREE S/IHZ2AE) THAZEHMNDAEE
AL o

[0037) HITREHABERMEZBENE —F ] F %
FEMME - LA RE 5 25 20 BRAVTFHEMRN
%o

880842 -10 -
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(0038] FIB R ERTAFEE AR EC T EIE
EEEEREETONER  TAEREEBT —HE
TR EN ST N A TR AE- NEERE 8
% B E -

XRD & M

[0039] RN AEEM WM > XRD EHGERA
CuKal 84 ~ Panalytical ‘X Pert Pro %% F#7F > A
0.154056 nm > 0.017° 26 Z 5 P& (step) K /N » 34 4 &
(2064 ) ZHHER BEDVAEYN 2 cc WRM B ZFEH
fbRE LW 5° 26 MEZH 90° 20 £/ ICDD HEE -
PDF-4+ o

) E B R T 2 A S b

[0040] XPS Y :E 4L 8% X SSI S-Probe XPS Y :i¢ %
E o XH@FEH Al Ko B &5 H(1486.6 eV) « B G =
BTWE BOREFREBENARBER 8.10 & 9
mbar - 3 i A & (pass energy)R B EHE 25 eV & #~730
meV Z A B MREATE o BUIB R TE {4 Ll CasaXPS K8 % 8
T o fEH1K E 4 (Shirley)?% » Si2p MG HEE G A IEG K
BNEEEERNT > BESES & (Gaussian) i
B oo A MR C (sp2)fF & 284.5 eV 2 2 % @ik 4
B R &

[0041] B ea b > PG R EIML 2 @& (40 > Si-C/Si-

880842 -11 -
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Si-C » Si-0-C-Si ~ SiyOxCz) A # H XPS o MHAERE
S HELBEFEH AR EHBREEUNEER > B
XPS TEHZBWMEAMSMEBEEAFELEH -

[0042] #ATi » T ¥ XPS 3 K #8 1% (deconvoluted)
MAXRHEFTERFZE TG -

[0043] B SIYETFT R SURETFIRENREERR
XPS B LHLUES > 8 SiYETFR SIVETFZRENSE
EEBUMHBEASSHE SIVR SITIHENBEEE (&
WrHEABBLES) EF - AREER > & Si*"FEFH
SUTRFZABEA—EAEHN EHEN > B SITET
HSiVTEFRAE-HEEHNETHERM -

[0044] AT 101 eV ZHBEERAE SI"EF & Si'”
FFZHifhth & -

[0045] R FE 103 eV ZHBEKRRF Si"EFHE si°
BT ZFistE® -

[0046] A 99 eV ZHERMRE Si°ZFr{EER -

[0047] $RFEAE 532 eV ZHBAKRARE OV Z At

2 o
[0048] FRAfE 285 eV ZAM KA KRBME T ZFr bt
% o

[0049] A THRHUAEEEMH R I TARIT Y -5
NE URBEREEFETREEYBREEZHE - #
LES—FRE HeFAWRFEEUERBZNEM AR

(37}

g o

880842 -12-
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[0050] XPS BRSt A EHF HF MK RE > F 8 nm &Y
AE RMEEATEETEMHOBEZLS - EGHEH
BRIBEZESOURCHRBIEETME B HER -

L 1% 43 A

[0051] MO MAGEHRTIFEKRHAE -

[0052] BA—EBEHHES FE - £ 225 W T 0.5 g &y
Sif R -~99.50 g NEBEKEAL TAE 2958 -

[0053] K /N4 #i {4 £ — Malvern Mastersizer 2000 F
HE HESHHEERBEE EH3SZ— Sifgax
FO01Z—HU&HE  LHEAREANERBEE 5 HE 15%H -

Bl

- [0054] —RWAKRRTZWHMKGEBRUTER @ i
fil 60kW HIE(RFNEHIEM G EHUCP): FHEE AL B
REE > REFL 220 g/h ZHERF AMK K/ HKRA
BBY)  SE &SR 2000 K WERE (NERKEESR) BE -
EHE-HESRY  ZBYEZEEET2ARL - £—
F_HESR P VHNEREETHEERERERFRA
2 (quench gas) A EB Z R EEE 1600 K 2 F - EHE AL
#% (nucleation) i & B R AWM K - &Rk £ 5 o #EHH
EHR 100CHYEE TFHEHMRM 100 Vh Z&F 0.15 EHE%
ZEH NyJ/O, BT —gli (bR - EERERABWEZR
RARRGEFAEUGEEAE — 80 nm Z dso 88— 521 nm 2

880842 -13 -
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doo W EHMFERNRBABH R - EABERL S » B
R 2.5 Nm’/h 2 Ar> MEKABER 10 Nm*/h 2 Ar-

[0055] E— S-S 8B+ > F 4L WA HF | - £
100CZ—BRETH 710 g 2 M REEARSBEGTRE
1 /NEE > UBMBEERFEE LY SiO, ABCIEP %S R
£ VWHIPHMAREASGELEY FHHEZERF 2R
F BMANEMYNZREAEABCORZIEERF —WE-LEK
FE & & -

[0056) MUK ERARGHBO R E4E Mg M
Htteg kixzbeWEELE  BUERELREELEM TS
SLUBELEMzEEAVRE LOREETULE B
PR 1 3 FH BF % B2 = 4t 7 FE MBS AL BY P A FE -

[0057] BMENRELEERRKZIEEY A BRERR

gﬂ'ﬂ'

[0058] BMEZMK  REEEZETEE -

[0059] # 16 g WHBH W KA 32 g ZHME
(petroleum based)BF M RLZBEE - HHE Ny TIHE
450C » ALEREBIL > REERAE TREF 60 o # -

[0060] WU BENERE P ZRBAKVYWAES
N, TANEZER A% —HE BIINUNERILE 45
um & F LB E -

[0061] #¥HEZRSGKER 15 pm ZFEHHU TR AL
EEMEVYHR/IBEEREY  UBSHEIHNEFUTEER
Ltz —Wh RK/IBE/GR2EE% »1.0:2.0:7.6

880842 -14 -
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[0062] i 10 g AR EIEEYRE—EBERET » £—
AEATREE > DEHEARF > HL 3C/min ZHBARE
fnzEkZE 1000C - HFHEALRFFAE 1000CE 2h - FHEIIE -
RNAFERESRATLRAEZEZR - BHEAXBEESTHSF W
Ho SRR PE 15 min RAEBHUSI KBS

[0063] HHE S ¥t R#E D XPS s¥fh - B H EFE Si

BCZHNMELZEEFTESE FOOHEERGEER - I
4h > #EFT XRD EH -

[0064] W H @ FFEEEHMKRKZEBELEHKE - &R
AR E L H -

[0065] ELL LR RV B S BRZIb » BHE £ — K
FREZHEMGE - BFME > TREEKEBTIELREES
Rz (FURANKESHE CRFZHEK - Fl 405k
HIMOKERS R > PIAOMIE - X - R_BHE) RHEY K
K> HBHEHKRZEBRBWEEANEZRED  NEFA - BREFRHEH
WmARUEBRERBDLENEMNELY  2BHAKEREH
R I

TO02 k3

[0066] Wi RGBMEURNER | MEL  BEFEALRH
ZERRBEBERERRERER  EX£EEFY 52 nm Z dso &
490 nm Z doo WEERHBKBR (FH 3) - LKREFL 35
nm Z dso & 319 nm Z e NERBWH K (HH 2) -

880842 -15-
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[0067] EEWH RELEZWREAEFED 1 FZHH KA
E—FSRBERIMUGEHESYHRK -

HEFH 1
[0068] FRIER 1 2BF BRTSEZE_-SB -
[0069] BETIHEERE R -

=1
EY Xps HHEFTEELZER(%) EAAERSE
3.5%(Si*+Si*") %_xﬁj MR
C 02- Slo Si3+/4+ Si1+/2+ + ﬁ‘&(%) (%5220
1.5*(Si2*+Si'™h ¥
H{E)
HHl1 85 |55 |04 [24 |67 185 14.1 99.6
HHl2 91 3.5 (0.3 (0.8 |34 |79 13.3 99.7
BHl3 89.2 41 (04 [12 |51 119 12.2 99.7
BIEEH1 (81 10902 29 |50 [17.7 12.8 99.4
[0070) EE L EYY »r & E# H XRD H £ z
SiC -

[0071] RZ B S RABENRENERER T E#E
WMEEEZE ITEMINSBREEMIAR REAFHZ
HEYHMANBENEATFEMBUERE RY 0.2%H X
Z BHERENENSHEFEREEZE -

880842 . -16 -
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B ER S A FEE

L —EAR—HEBFEHNEY—BBEZ2ESYB R
BHZEESWH KM FE & — b & (carbon-based) £ &
MHEERNRALEEM P 2R F  BUEZSWRTFR
REEBMBEE-NEH > EPERNEAE Si-C (L2BEE
FIE -

QHMFERE | TEAYBEK  BHZINEF 46 S B
E® -

SMERE | R 2 2HAYB K BRHZESYH X
FEESWIEY -

AMERE IR 2 2HEUBR  BEZSEWRTFA
A 500 nm B E N T — RS -

SHEXRE | R 2 2HEAYB R BHEZIBEEMH
GEBEERERSBOABES -

6MERE 1 N2 2EAYBR  EPEZNERE
B THIB % 3.5%(Si* +SI®)+1.5%(Si?" +S8i')>2*0% » # i
Si*"ESNEESH Si RFZHEBMELEE Si>a%w=
EEER SIETZHBRAGEHER SR _EESEH Si
RFZ2AEFRGHER SIi"s%—E@EEH Si EFEY
FriEtER -1 O AW —HAEWER T2 HHE R
B BMERRAET SR . |

THMHEKRE 6 2EESHHEK > B i si®T - Si*T
Si'"v R O'fhifEH X HENETFTHLEHNFAE - 8
bh¥ R SitTEE SITTZ AR R SitTEL Si'tZ A -

880842 -1-
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.—EHEBE— YW RZzAE HEB8E2TIITE:

A RBEWRF

B: RERZEYWNTFLZ—FEEMELY IR

H: WAFEERER—-—SREEYER - UEZ
EWRFzZRELAOBAZERLELEWZHEE
2R E

C' RAXEWNTFHIULKHSBAERZ —KATEY

D: #EHERETIE CZEY BRAZRAEDZH
val: A

OMFEKRKIE 8 2 A& HPHE B HEMR/RN 300C 2
— B E T E]T -

10.MFEKE 8 & 9 2% HFHE D AESRN
400C BEFXR#BiB 1075C 2 —BE T #HT o
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