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[0051]

[0053]

[0054]

[0055]

[0057]

[0059]

[0061]

[0062]

[0063]

AxolA AYHE 15 o) bz 24 98 5 Ak, EE, 7] 93 Ao 100 A 20008 Ll
A el @ ANE FHT T, 4] BRE 9T FE Aok ] BHE FI 45T 09D G2y FFY
e uga ez 8 An EW, 7] 9ok B 1ol #90] @ dod £ dun

w ool o gl mew, ¥F, A7) G A 57, 2 4] FFA $F Al Adde THH
B,oo71M g7 el @A A B owEe] & BEAS TS e Y08 UF o A7 A
= 2

LimMnge 0y (93714, x & 0 ~ 0.33 ¢), LiMnOs, LiMn,0s, LiMn0, 59 #F 4zt A3t2; gF 8 A3z
(LiCu0,); LiVs0s, LiFe304, V205, Cu2V207 5¢] v 4bsheE; sheh2] LiNip M0, (17141, M

Cu, Fe, Mg, B £+ Ga o], x = 0.01 ~ 0.3 ¢ oz FAHE= Ni AlelEE 2lF YA A8tE; 348+ Liln,-
MO, (3714, M = Co, Ni, Fe, Cr, Zn ¥+ Ta ©]a, x = 0.01 ~ 0.1 §}) T LiMnM0s (3714, M = Fe,
Co, Ni, Cu ®= Zn )= %4 & #F 493 53 28hE; LiNidn 0,2 285 299 #2909 2F ¥
b 5 AstE; skl Li 95 SZelEFS o] o® A%E LiMn,; tAddtel= 343HE; Fe,(Mo0y); 5

A7) ARARE DF oA A4 ARA FHHOE AFHE 474 A AN, TAA AA ANA, 1A
4 A 7 ARA, §43 7 AN 52 5 5 Ao, pAde, ¥
e = ! ¥ AN AHgHE o F
FE 4 Yt SFRolPH 5UF Avglel AsE £ A, FARCE P AFFE, LiPk,
LiC104, LiAsFs, LiBF,, LiSbFs, LiAlO,, LiAICl,;, LiCFsS03, LiCFeSOs, LiN(CoF5805)2, LiN(CoF5S0s)s,
LiN(CF5S02),. LiCl, Lil, ¥= LiB(C0.), Tol AFEE & k. A7 gEY 5% 0.1 W= 2.0M &9 Ul
H
=

ol A *}&o}% Aol mEtd st B EREY w7t A7) #Welel £guEw, defdo] HAd drr % HEE U}
AB T3 dad dss HEd 7 i, ZE oo EHHOE o F Urt. AVl M dele 7]
Xdoﬁﬂ %LH AEE Qo E AA 9 FHEA P, AA §F A& A, AX HH &% FY 58 HHo=R
A7MAZE 1% ol v x3kd = Qlth.

e o ‘EE}E— oA FHjel wEW, A7) g olak AAE EFete dAHo] ATETE. V] AXHLS T4
= (Power Tool); Z7)A%=}F(Electric Vehicle, EV), slolB@]= A7|A%2F, @ Zej9¢l sfolBE= A7 A
ZF(Plug-in Hybrid Electric Vehicle, PHEV)E XE3sl= AV|Al; T A8 AGE Aavl F o 3l o]
o] ZUiy tnlelx AYPo R o] §d 4 U},

ojgtel A& i o] AAdE Fxste] WS U FAHCR AWsrt. dAdes wHe] s s Al
AlEE Blojrw | i dhgo] oo A EE e ofHTh

YAE 85Tl Piranha &< (60 ml) FolA 2 AlZF &<t X%FAO}OAE} %}7] Piranha #2]
FrE 33 W3ste] oj3}slgitt. Piranha Az® AglE 9AF 0.3 ¢ < 1,000 ml 9 FF
F 5ol 259 Ak, 3.75 ml2] APTES (3.55 g, Si 0.44 g)& @7}0}3 70C oA 4 Al
ATk, SHTE 43] RHESte] gk § 0 X she] SEoA 100Tel A Ax3kdth. APTES 2
g 3 g% 10 g9 g9 i/\]ﬁ(GO) A (G0 24 0.2 g) 2 0.5 g9 AR IA(EAT
APTESZ m®¥E A#& AAHSi-APTES): ¥ gl SA=(rG0): AR (suc)e] T4 7} 6:2:27}F &
= 2 AVJ S FHF TA 25T AEsiglon, 1 5 &5 Ax7|E &5 dxsisith. #F
(tube fu 1 AIZE B9 180°C oA & Aglstar, L F Ha ti7] FolAl 3 AlZE &<t 90T oA 3
s E A3 /it} tg £=: 10C/&).

9 Az H4g 38 wBHe] FAP 24

4

= 2854 355 4

o,
dlo



[0065]

[0066]

[0067]

[0068]

[0069]

[0070]

[0071]

[0073]

[0075]

[0076]

[0078]

[0080]

[0082]

[0083]

S5S0dl 10-2500979

(714 1]

WA, A7 Azee] =W BA(NYZ Y9t SiNP), Z7F 24 (Piranha Mel® Si, Si-APTES, Si-
APTES/rG0) 2 AAIE (Si-APTES/rGO0/suc)?] FT-IR ~HEHS = 20| YeERJATE.

w3 Y] AFRde &% EFH(SINP), I &7 (Si-APTES, p-Si-APTES/rGO) 2 AAHE  (p-Si-
APTES/rGO/suc) 9] SEM o]u]#A]& = 3o YeRNATE.

wak, A7) AFdol A AF3 Si-APTES/rG0/suc ¢ TEM ol A]|Z = 4 o] vtebgctt.

Tk, A7) Az 2% EA(p-Si), T 2 (p-Si-APTES/rG0) % /4% (p-Si-APTES/rG0/suc)e] XRD o

L3, A7l Axde &9 EA(Si, p-Si), FIF ZZ(p-Si/APTES), ¥ AAE  (p-Si/APTES/suc/GO, p-
Si/APTES/suc/rG0) 9] it ~#HE=S = 69 YERNSI T,

T, AYI6iH) FHE 60 FHeE nAstE, FAR2AM FdE wAd gaR7t gle A9 (-

Si/APTES/rGO) ¢t U+ 7-%-(p-Si/APTES/suc/rGO)el A WA 9] o] B AHu|Z Fefo] 70 FH= FT7HS
S 7AS-o mEwES = 79 JERAAT.

Aed = 2 WA = 72RE FaRxe] =90 e} vAd gaxirl gAEJTE A 3 4 . ®
3F, F7IR, ® 302HE &5 FEAE vATY JAE T AS 4 5 Jdom, Si-APTES/rG0 ¥ Si-
APTES/rGO/Suc oA 7] mA+E A== A7 2 x| 5 vfol4 UIE1° AEo|Jrt. Td, FrlR, = 7RY
B Fazzda g ugd garo] =9lo] wel BET vlEwW o] Frksitis A @ AelE dheke] Sl
ule} BET B EWH AL ZAastiE A4S o 4 9t

[H71e] 2] AtolE 54

Azl M A7 Si-APTES/r- GO/suc o] & FEA (MY FF: 59.2 THD S ALt 330 AA AM
2 EAE A3sgia 1 A0E = 8 o YRt 3 AlFolA] W 2 S &%) thh A3t H

U, 54 EA (Cycle retention @ 100 cycles)o] 90% o]4o 2 velykom [.C.E. = 85% o|Fo= L‘rE‘r‘;}
o FE 7ol Rad wpd wEW AYE S5 GEAS AMES AS YR £ 540l 80%, 1.C.E.
ol 75% AZoltk, old, & o] mE 5 S5 £ 54 " [.C.E. e dA MAE AT

>

= p-Si-APTES/rGO0 & A|Zxsl9t). o] Si &S dolr 7]
< FYsigion 1 AAdE B O mE 55 &EF (p-Si-APTES/suc/rG0) ¢ TGA 41 Az}
| Yetilth. = 92RE Hlug S %%él% Si o] 60.3 TH% T HS & 5 o,

5 [ grrel vk Aol7k ot B4l fabe

=] ] %.
o =] = o O
4 255 gEAE FTEI AT F S E F

3 E=Fp)el AlolE EA
AZF, 12A17F, 24X 702 T2
7 oz wi ¢1x

e Alg S FEA (p-Si-APTES/rGO0 = 1:1¢] ZH
UERATE. 7] Hag S5 FEAEA F A (b3 9AD)E
HA S ARSIt & 1002 EE] APTES ¢ GO o 2% Azt (

1

05‘,_'_'[‘9‘_"
&;:,wmlo

o] speha Aol wWol FAHo M7Istelr Aol FgES & AT, o, dEd = 89 & e]_
e S5 ZEd (A @X)S vugds o, & dge] A9, Hug o5 d=dd vl dA3] A2 A
et @ AYE FdsdeolE Eatstar WSkt 54, 538 W 54 (Cyele retention) 3 1.C.E %l"]

[H7}e) 3] u|& &3k(differential capacity)

oo w2 &= &7 (Si-APTES/rGO/suc = 6:2:2, A & 59.2 FF%)E AFESF] 1 cycle, 5
cycle, 20 cycle, 100 cycle AlA¢ dQ/dv & =Hs} )| S AE3 FY% A4S 33
WHESka, 2 AE & 1le] YERIY. & O11RRE %‘ﬂo”ﬂol 8ol wtAE Rk Foja9] Hem
(sharpness)”7} E &4 &th= A& & 5 dom, HES 159 overpotential o Wolg& & 4 Qlt}. o]
25 7% 54 H7F oA E gF ol AS/EE7t 483 HAEE AT 4 AU,

i&

o w
B
off

)

=

2

Al

i

>
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[0085]

[0086]

[0088]

[0090]

[0091]

[0092]

[0094]

[0096]

[0097]

[0098]

[0099]

[0100]

[0102]

[0103]

[0105]

S=54 10-2500979

[H7}d 4] & 54

2 ayo) w2 &3 &EA (Si-APTES/rG0/suc = 6:2:2, AZE 3= 59.2 FHG)E A&t & EA4 (Rate
I ARE = 129 YERAIY. 0.2 C WH] 6C oA &Eo] 98.5% (), 98.3% (&
A AZIHAEE EAo] 48, ZHAAZ fle AFolAE 43 18 545 Bl

capability)E =#3}

AR VESR, o

o= AL 9ujdic),

e} e & HAd wE dQ/dV & SAHsl 2 A¥E = 139 YERAE.  &o] 6C oA 1 CE ol wk
3

overpotentialo] Yolxlom  o|ZREH 1§ FWH 54 HIF oAz BF ol AUz vt d&Esi

AYge g 5
[37}e] 5] RIC £4]

2= FEHo A4S =4 3}o] RIC (Relative irreversible capacity) ¥4 3% 1 AZ3E = 149

LHERH AT

(<0

et o= Si o= &Ale] i 54 ®UE AL, i 5ol dstE= @l e
o

RIC #A1ol disl] k3]
A= WHeZA, AA 1) SEI formation¥ 2) electrochemical pathway

e

A
Ragsle] wAYSHOR A
disconnection®] Utl. SEI formation 2lF o]2o] WEELE WA o7 &7 W3S F3 13 AR Al
2o] &% wdduy] A E = SEI layerol #3 Aoty A=Z A== SEI layerHA] H7F A1 lithium ion
consumption ©]7] wiEo] o]o AEL SEI formatione] <3 &F EFH3Ir} dojd &£ Qe Ao,

Electrochemical pathway disconnection®] 74-9- WHEE&= FHA Al Si JA}e] oy 9 539

o] vt ¥ T HA B o pathway= A& F UE :rLixﬂl:—éc’] gt el wel velg ¢ e d@adol
. ol ®ReF Si 4kl Ao whE A gTA R WAl thE 4 I SEI formation EEe] <]
T 54 d3ts 546 9 Aola, Hsshs @ FEAdd weh 24P disconnectionel o &
=2 B7] Aok, RIC =21 ©] SEI9} disconnection X0l &3+ gho|H | =27} Z&4E o] d A3y
of %t FHEAS FHST B 5 .

= 4EREH B iy E2 S5 &4 (Si-APTES/suc/rG0 = 6:2:2)91 4] SEI formation ¥ disconnection i
o3 FA7F ¢ At AL & & . S, B odtgo)] w2 S5 dE o] vug Bdo n)Ete] £ EA4
o g5}t Arr} v <

2}
dos A, 5, 78 540 8 datdue A 9dd 5 3l
P

0.3 g9 A& Yx=dAS 85Co|A Piranha &N (60 ml) FolA 2 A7k =< ‘ma}cﬂn} A7) Piranha 2]

H AYE gAE THTE 33 wEdte] ottt Piranha A E HElE 94 0.3 g & 1,000 ml o TF

= FA 1 A ek 289 sk, 3.75 mle APTES (3.55 g, Si 0.44 g)< §§7}0}1’ 70CoNA 4 A

Foeeh atetglth. SR 48] RbRste] oy & 2E she] @ ellA] 100T A Azl

0.4 g9 A SA=E 1 AIZE 52 1,000 mle] FHF FolA 283 A28k th. 4.24 mle] APTES (4 g,
= skl

GO 0.4 g)& F7tskar, 80TolA 24 AIZE F<t Rk
SR AN

X
APTES = ZE® A N2} 0.3 g2 0.2 g9 APTESE Z8¥ @8 A= A 2 0.5 g9 a2 &7
(A8 & APTESZ ZEH A& YA (Si-APTES): A Z A (suc) S#l¥ v]AA A% APTES = ZEH 3
L8 2F SAI=(APTES-rGO) 9] F=) 7} 6:2:27F H &5 3t H]) 2 AF B¢ S/ A 223 st

o, 7 F B¥ Az BY Az

8 Z(tube furnace)ol ] 30% E<F 180ColA & Halslar, 2 & Ai bl7] FolA 3 AZF 9k 900°C ol A
3 AIZE o d AP (V1Y = 10T/%). °2H & =4 B

(2] AlEt A9 Ao

@, A7 Az AR Fel 7 U BA, B AAE, L A% Avel pish AE A9% BAs] g
% 1ol deiich. o714 Ale A9 Avks A9 34 Al fele) pil FEew Ayaan.

e

pH AEr 29 (mV)
p-Si 2.7 - (expected)
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[0107]

[0108]

[0110]

[0111]

[0112]

[0113]

[0115]

[0116]

[0117]

[0119]

S=50dl 10-2500979

p-Si-APTES (80C %) 5.9 +
GO 1.3 -
APTES-GO (80C %) 6.2 +
p-Si-APTES/suc/APTES-GO 7.89 -
(80C ¥, ¥E Az A1)

p-Si-APTES®} e SA=(G0) = Alet A9 F-57F whilek.  opvk, p-Si-APTES9F APTES-GO®] 7-¢-oll= 3l
g pH olA AEt A7F & v R SAEANL, o), olES BEstehs A@AlddE pl A7t Fasithe
e T

pHe] AolE Y&l 2+ B4 pH o] wE A A9S = 150 Jehldth. & 15004 o7 Y rEe =
ol AY AL AAEEE Ao A ] pHell W AlE} ©91E vebdTE. p-Si-APTESS} APTES-GO ] H3t3ts
A8l o159 AEt A7F AR wgEE 55 YRS dof sz, 7 “xq pl7} = 159 24 ukx o
Ao Q=F FAsE o] AasGict. oo, 7t A9 vEE 7] [Axd 2] 71 npe} FE Fo =
sko] p-Si-APTESS] Ale} W97k (-)o]al APTES-GO®] Ale} A97F (H)7F H %5 dfo] & Abolo] Fx74 Fazt
gol dolutes x4gskqltt.

[#71e] 6] FI-IR &£ XPS 29 EY =H

B7) [Azxd 2] % =4, S 54, 2 AHEY FI-IR 2 ERH XPS 2HERS & 167 &= 170 el
WA

ki

6o =25
“
=

B GO7} APTESe| <l& %H3§3ts]o] APTES-GO HAZ Holl upel GO W] ofwlr] (-NH2)$}F Si 2H&-7]
Ae& & 5 ).

17255 APTES-GO7} p-Si-APTES % suc®} A &
-0H H]&o] T748lar, ohgk, o) gehd A
T At FARZA FHE vHE iy 3
A AT

[F7}e] 71 Ato]2d EA

[AZzd 215 23] W&l %
6:2:2 THH]) 271 AE =

[S13
H
3k

H

fe)

3}5)o] p-Si-APTES/suc/APTES-GO & o wia} Si 7w
o] Ao 2EFHA7] wiol] v]&o] UdF AT S
3] 3]

d =
dE a2E SAE=(r60)9 1240 em-19149] Si-0-C A%

fo wo fo i

A% & BEA B (p-Si-APIES/FARA 28 wAA BA/APTES TG0 =
k. 7k 27 ABel W Abol2Y HAL 27t Aol © 186 EASAT,

1A Alg (Si-APTES/suc/rGO 2nd)°ﬂ/‘1 b 9 =4 g8ko] thh A&t Hglont, 1 EA (Cycle retention
@ 100 cycles)o] 88% o]4Fo = UElom™ [.C.E. % 83% o]4o=z Uewttt. olo, & We w2 &5 &

AL =y EA T [CE. e dAA3 QAL AEdgs e & 4 9y,
o}

71 = 2 dg e v A AAdE Fxstol AHSAARE, Y 7E Eoke] wdd FEAe e &
3 AT A9l JlAE 2 owme) A R gRoRnE wolud @t Wl velA ¥ wiye gl 54
2 AN 4 deg olad 4 2l Aol
=y
EH]
Graphene oxide (GO)
OH MeQH ; S
| F—o meono | | ﬁ:
i | —0——5i—i (CHy);—NH — : :
Si o Slw (CH); 2 {HO ?\T”_ o\ e | Ho—C4|
Sio H o O pMetOH ’
. i Hydrog'gn bonding i i
APTES SHEfoLE Esterification
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k=)
—— SiNP —— Piranha treated Si )
—— Si-APTES—— SI-APTES/rGO —— SI-APTES/rGO/suc
— :
| —_—
- " N-H (amide) Bbmide)
—~ R B
) — -
m :\/\ |
! COOH
N il
- PN i P
E — /’—""'\ﬂ
= —— 1 ‘
Si-OH,- h £- 5i-0-C, C-0-C

4000 3500 3000 2500 2000 1500 1000 500
Wavelengthicm™)

%oy SI-APTES

o

v
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S=50dl 10-2500979

Er4

Si-APTES/rGO/suc '

Si-APTES/rGO/suc

Silicon

EH5
XRD patterns
| (111) i(zzo)i (311) p-Si
| i
1
_ T
) I ] ]
= } | p-Si-APTESIrGO
8 i 1
2 I |
2 ( .
@ 1 t i
= : ' p-Si:APTES!suc!rGO
i L
, - ~
10 20 30 40 50 60 70 80
Dearee (26)
ZHH6
Raman spectra
1 ] ]
| | ——p-SUAPTES/suc/rGO
Dpeak: | ——p-SIAPTES/suc/GO
. G peak 1 1 ——p-SIAPTES
Si ——p-Si
= [ | —
:! 1 ] s
Eﬂ M\-“—
2 5
7] P 1
g ] ]
- ] ]
= il
R
L ) -
I

300

1300 1800 2300 2800

Raman shift (cm™)

800
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k1
N
N

- kA
o N
o o g
n L

—a— p-SIAPTES/fGO (60 wt.%)

-
e
o

—s— p-SIAPTES/suc/rGO (80 wt.%)

-

L)

=
L

-

E=J

=
L

Quantity Adsorbed (cm® g™, STP)

g2 8
-
\

n
o
N

\

:

(=]

00 02 04 06 0.8
Relative Pressure (p/p,)

1.0

-]
=3

L] &=
= (=]
i

Quantity Adsorbed (cm® g™, STP)
o
=

04— T T "
0.0 0.2 0.4

06 08 10

Relative Pressure (p/p,)

_ BET surface area (m?/g) Pore volume (cm?/g)

p-Si/APTES/rGO (60 wt.%) 161 0.17
p-Si/APTES/suc/rGO (60 wt.%) 183 0.19
p-Si/APTES/suc/rGO (70 wt.%) 95 0.15

ZHHS8

A 3500 ' : : :
- e Si-APTES/rGO/suc_622_Slurry 703_#1
‘o 3000 s SI-APTES/rGO/suc_622_Slurry 703_#2

P e Si-APTES/rGO/suc_622_Slurry 703_#3

<< 2500 ! : : !

E

2

]
©
Q
(]
(3]
3)
=
Q
7} : 5
8 o — e
@ 0 20 40 60 80 100
Cycles (n)
B
Discharge Charge Cycle retention I.C.E
Sample A =
(mAhg?) | (mAhg?) (%, @ 100 cycles) (%)
#1 1929 1667 92 86.4
#2 1986 1719 90.2 86.6
#3 1672 1431 90.8 85.6
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EH9
A 100
80 -
9
< 60-
2
©
| -
a 40
(7))
g ~—— p-Si-APTES/IGO
201 —— p-Si-APTES/suc/rGO
0 ! T T T T T
200 400 600 800 1000
Temperature (-C)
B
Sample Si content (wt%)
p-Si-APTES/suc/rGO 59.2
p-Si/APTES/rGO 60.3

Specific capacity (mAh g™)

500 -

Si-APTES/IrGO_1:1_4 hr
Si-APTES/FGO_1:1_12 hr
Si-APTES/rGO_1:1_24 hr

° 20 40 60 80 100
Cycles (n)
B
Time | Discharge Charge Cycle retention I.C.E
(hr) (mAhg?t) | (mAhg?) | (%, @ 100 cycles) (%)
4 2218 1532 75.7 69.1
12 2337 1601 74.8 68.5
24 2259 1536 83.7 68.0
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EHII
20000 20000
—1cycle —1 cycle
— —Scple — —Seycle
S 10000 /L :fane;:- S 10000 :igﬂ;?.,
& -
i ° 3
£ N £ vV
g 10000 4 5-1 0000
= Si-APTES/rGO/suc_6/2/2_#1 » Si-APTES/rGO/suc_6/2/2_#2
T o e 1 T %% b %3 Az s
Potential (vs. LilLi*) Potential (vs. LiLi*)
20000
—1 cycle
< —
> 10000+ — qul:ycle
)
5 o
E Y
g-mooo -
© Si-APTES/rGO/suc_6/2/2_#3
-20000 . - . -
0.0 03 06 09 1.2 1.5
Potential (vs. LilLi*)
EH]I2
A 3000
= ] @ Discharge
‘D 2500 - @« Charge
E 2000,
2 1,298993000099939303020309003000000
g 1500
o ]
E 1000 -
£ 1 1C 3C 5C
§ 500 -
Py 10.2C 2C 4C 6C
0
Dischargle Efﬁ::;' v l:halrgi‘z1 Em?;:;‘ 24
(mAR8%) | (vs0.2q | MANEY) | (vs0.20)
0.2C 1747 100.0 1729 100.0
1C 1760 100.7 1727 99.9
2C 1739 99.6 1714 99.2
3C 1761 100.8 1743 100.9
4C 1754 100.4 1736 1004
5C 1724 98.7 1704 8.5
6C 1721 98.5 1700 98.3
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dQ/dv (mAh g1v1)

30000

20000 -

—

(=]

o

(=]

o
!

o
!

=10000
-20000 -

=30000 -

—_—1C
—2C
—3C
—4C
—5C
——6C

0.0

0.3

0.6

0.9

1.2 1.5

Potential (vs. Li/Li*)

100

=14
A Si/rGO:; 6:4 B Si/Suc/rGO ; 6:2:2 C  Si-APTES/Suc/rGO ; 6:2:2
* @ cumulated RIC dis 5-rGB - o @ cumulated RIC dis Sisuc+GB » @ cumulated RIC dis aptes_2
" . — 8
£ Disconnection £ Disconnection £ Disconnection
o s [ O &
3 = s
@ 4 @ 4 44y
4 ] -
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Specific capacity (mAh

Discharge Charge
{mAhg?) [mAhg?)
Si-APTES/suc/rGo 2™ 1726
Si-APTES/sucfrGO 3 1970 1729
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2500 -

20004
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Specific capacity mAh g7

- p-SI-APTES/sucirGO_631_Slurry 703_3rd

1500 4

Electrochemical test

Electrode ; AM - CB - PAA-NaCMC =7:0:3
Electrolyte ; 1M LiPFg in EC/DMC/DEC (2: 2 : 1 viv) + 10 wt% FEC
Cut-off voltage: 0.01-1.4 ¥, Loading mass: ~1.0mg
Initial 37 cycle: 300 mA g, After 37 cycle: 1500 mA g

Cycle retention
(%, @ 100 cycles)

89.2

88.1
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