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Z~(Sigma Aldrich, 99.0wt%) 500 mL
450~550C 9 &= & 25~3587F 3o

Fe #4815 29 §
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carbon)& A|Z3H},

 dAl M= = 1o =AIE S300e Al A eF o] wEl Ao mel Ferl S&E Fe-wtsh= vwizf 43t g
2 (Fe-carbide-mediated hydrogenated carbon)& 'CM-hy-C'#} #Hslw, = 1ol wZ=AIHo] JYX|RE s} A&
of Wl Ni7h F2% Ni-gsh= 7] 438} kA (Ni-carbide-mediated hydrogenated carbon)& 'hy-C'#} %
=

7] GAI(S300) ol AzS HolgE T vslE iy 438} ©4(TM carbide-mediated hydrogenated
carbon) = ZHhe X8 &A (S400) A ZAuld X3 93-S 28] T (Au) o] AlF §qo Y=t}

aejan el
l

2wy

ol eg g 2-33 AT T, 1x10 ~10 torre] FE ol 55~651

w7} =23} ¥4 (Au-carbide-mediated hydrogenated carbon)& A|Z3hc},

2 w@AA F(Aw) ol AT &N 10mM HAuCl, - 3H,0(Sigma Aldrich, > 99.9wt%) & 50mLE ©ol2F

20mLe} A 100mL BFo] kel =] 3T},

B Aol dE = 10 ZAE S400AIol 9} ol FeE F(AweZ A Au-23tE wil =43 ©Aa(Au-
catalyzed hydrogenated carbon)Z 'GR|CM-hy-C'#} s, &= 1d¥ mEAH o] JAT NiE F(Au)o2 A
3 Au-Eb3E wi7l 4243} Bl (Au-catalyzed hydrogenated carbon)Z 'GR|hy-C'e} 3 3ch.

ZE AES FAF AR An A (SEN) B 3 Ak #AuA(TEN) oRAlE = 2g B &= 2hell YERlAE. w7k
(pristine) Bt &) SEM o|vx| (&= 8 FZF)9} vlwd uwf, &= 2g9] hy-C¢ = 2he] (M-hy-C& E5F A &
astol]l o thEAd BHEE etk oeld teAd vA Fxe 3P #HE Eus 78k v =g €
= 2g9 Q8% oy EWdAE hy-Coll S a7t gle B2 v AES Bosr. dxzHez, (M-hy-
CE = 2h9] Q8% offf mHoxel o] v HEEwt ofet A A=E wep 29 AS xFgth. o
e Aol = 2doll AWE Fvl 7] zbolst F AAFH

A7) B 55 e v gy Asto]l Y 1@l A (graphene shell)S E8H3tH, B wjoa B4
E ga AES d2 5o AYaRXnt, tdt F79 @aAs) ARgEHolE $ ).
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Ade] Apo]z=7} A7)l

34

=
Te A &e -E7F ot

-3

A

Fo

o

, w(Aw) e YELH7F A= 5
A7} 100nm ~ 100mme] 3L, 7] F%7F 5 ~ 70 vol%<l

AdLe 5~500nm A}e] =2l Zo] vlEA

[e]
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EcEs A sh7] fste] olazemabe® 2-33] AlFH

i (02 =Y 9 dolg& 5

2
b
i
rlo
o
&
Lo
o
i
2

olsf AzskArt.

1) Fe FAEE m"E®E (CY AgodE |I9E 200 mle =o]e4, 0.06 M Fe(NOy); - 9H,0(Fe nitrate

nonahydrate)(Sigma Aldrich, > 98wt%) % 0.3 M £2:(Sigma Aldrich, 99.0wt%) 500 mLE =3tgt 8 (o]3},
'Fe TM &4 'o]e} 3t} )& ARSI

2) Ni F2tetE =8 (C9] A$ols 292 200 mLe ©ol24, 0.06 M Ni(NOs), - 6H,0(Sigma Aldrich, =
97.0wt%) 2 0.3 M £4(Sigma Aldrich, 99.0wt%) 500 mLS &3 g (o]}, 'Ni TM & 'olg} 3} )& A}

g3hoiet,

Fe T 9o B30 wlolAd] A (02 AN e WolAS LEny sA= AR s Az ©
M gole Aeow Al WA = E

y
2
X
\]
>
e
ot g
rO
©
o
3
N
2
N
=
2
o
o
38
*
5]
@
H

o]e5g ofe] W HTI 1x10 ~10 torre] AF kel 4A17k] AA 80T AZAFA Fe F2bskEo] Tl
99 02 AZRAA ) A7 53 5o AA AT

Fe s4t8t=S Fe 5502 &dA7]a Svf 5438 EelS FEstr] s, Foixl Fe satsb=o
wyzol gzol] Yar Ar/H(F3v] 90/10) 9171014 0.8 L/min 9 fr&o2 A s, o] BAdlA o]
EZAbol= #1(500TC, 30)3 Frf 43k &l (950T, 458 )l Z2 5 7HA] ojd® =

g3t

2t
oft
i,
o
)
it

Fe vl 43 #3 § AES HA202 2 YAsta &4 7fxsgld 93] HFHor FoFo] Fad Fe-wrs)
=2 ujs) =438 B4 (Fe-carbide-mediated hydrogenated carbon(©]s}, 'CM-hy-C'eg} &t}.)S A %3} T).

(AAle 2) Ni-&ste w7 450 ghae] Ax

Ni TM 8ol &3l nje]A AAE T (CE HAAIZ ths d7] Al 13 Fdg W o] Ni F4ksEo]
Fdo] IHE (CE AX3 2, A7) Ao 13 HU3 W] &) Ni-ghdE vi7) 43 -4 (Ni-catalyzed
hydrogenated carbon(e]3}, 'hy-C'e&} 3c}.)S A =3F3T).

T

2

ro

| ol

wejo] ©E B3 o3 BB RIOhy-C 2 GRIhy-CS obel AAld] 3 2 AAd] 49 We] ofs) 42w
2},

GRICM-hy-C ¥ GR|hy-Ce] A=

2 4
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Zuby X8k 9S8 10mM HAuCly - 3H,0(Sigma Aldrich, = 99.9wt%) & 50mLE o] 20mLé} 7
100mL who] kel v] AAlel 19 el os) Az -hy-CE A7) &do] Qi 1§, &3t
CM-hy-C7} ©31 Hpo] IARE SqF 7PEAl wwbstglnh. by A& wkg 5, w@hah Hw el S Aol
H4£2 FeE F(Awoz AE Av-23E w7l 43 B4 (Au-catalyzed hydrogenated carbon. ©]3},
'GRICM-hy-C'2} 3T})E AXF g o|ATERSE 2-33] AHF g, golfR 2-33 AHF F, 1x10

107 torre]l AE 3holl 60°CTAIA 4A7F Bk ARAA GRIC-hy-CS 4|25t}

s, 47) 4
J O
=

o}
=

P

(Ao 4) GRIhy-Co] Az
Zuty X3k wkSS 9e 10mM HAuCly - 3H:0(Sigma Aldrich, = 99.9%) &9 5
100mL wpolekell Fulstar, A7) AAld 29 Wl Hal AxF hy-CE A7) fMo] 2o F Aby] A 331
T Rl 3H Zvly X3 wkg &, w3l AE g TEE Holg£ed Nig v(Awoe=
5 C =

st vl A3

i?Lﬁ
%>

(Au-catalyzed hydrogenated carbon. ©|3}, 'GR|hy-

2. GR|CM-hy-C ¥ GRlhy-Ce] %7}

7 Qhy-Cel 7z 814 % duiy A8
Aol 18] Ohy-C 2 AAGl 291 hy-Co] ®ra 54 2 A% A 8 S BgEe Fasgen], o
A3t 30 A = Bcol =AE vhoh 2ok E saclA) QA6 28] hy-CE w$ & D WE(BL330em sk v

-1 - - = .
WA w2 6 WE(BLS80em )E V= AS FAT g lom, ol nE5AY WA g2 dFgHQl 2wt A
=

m 7k (pristine) CColl thdk 2bnt #£45 &= 13¢] vehdek. AAlel 291 hy-C= w7k (pristine) CC2E wi-9-
AR ehh ARRRS ZEA ALl G =S AwTE diiE e vk A ‘o EV\7} A9l ke Ae 9
mjskar, D M=o AR ke 2 sp2 TS vAE B4 2T B AE on g

ey A 191 CM-hy-Coll A& = 3bell ﬁﬁ]ﬂ wle} 7ol
HATh. o]y vwA H& ¢ == AAd 191 CM-hy-Col

_|1°1’ Jlol’

G¢'astas deldl o 2 WAt wF adRAA A Eols bY WAEe WAE AR, gF adud)
A o] HolAWA Fol7h ittt

E U FEE uhe 2o AL 3colA st o] 23 2% = (two-phonon) 2FEF 2kl 2D WA= (B2700 cm-)7} ©] 7}
S (pristine) R hy-Coll w3 AAldl 191 CM-hy-CollA ¥ ZH3ta d7t=& HJELE vERdtE 3otk ¢
Agtus AEA o] 2D ¥AE @ oA AW Bt M EItES JaZ2 Ay gE agdddAe
Hojx WA o7l Adtt. o9k #Hsle] (M-hy-CE o8 39 ZgHo R o]Folx 4 &ir FxZ 71X
I A= ¥, hy-CE CCo) HIB A 5A4E 7ML &S gelakaitt.

A6 191 O-hy-C 2 AAe 22 hy-Co) Wl TRM o] WX % 3d WA % kel hehi uheh 2, AAle] 1
9 OMhy-Ci= T 3do] UbERd wlhsl gro] vl FasiRemiE fUE U AW ole Fasiie) wg
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Borwe v A vhe BES 4] 98 dubd weld B adm A 2ge 99 2As. o
F A% olFE4oR 349 Li £2E MEF2 ATE(Ge R A) FF % WH AF pae vag =

= Aghe olux] Ag Ao]E) Au & A A3 duAE AT
e Au ZH2HY 3 AAES 22 $ uh. o] wjFEo] Zukd X3E (M-hy-C(GRICM-hy-C) % &3 o
o, olge AdE & 16914} o] =R A E <10 nmme| A

Fiag, T 152 AFE(Ag 2 Aw) FEoli, ® 15bE WA A 23E 7 Jepd gz
16a WA = 16d= Awi&(a 2 b #F2) 2 1u&(c 2 d FF)dlA GRICM-hy-Ce] SEM e]n]=]o
T 16f2 = 3e ¥ X 3holA GRICM-hy-C2] ZtH¥ HAADF-STEM olu]xo]m, X 16follA =gk
= Ade F2)T A A(f Fx)o Tdo HIXE Au U= ZES YT,

GRICN-hy-Col Tt Zo] Zzulal Xps 241 % 31049 o] o]F Aolel §4=A 7 arel BEE AT

g 7
T 2L
3th, Fe dae 2

600nm Zolel] BEEZ 3 CCollA] 1800nm Zlo] o] oAl #AH T, o]gst 4L Au Y&
7b F2 Ccol el §1X8har o] oF 1200 7 HFHAA, Fe QA= Ful Fash Bal Fol e A
S AAEY] CCol AFEFTE AS YERATE. o] XPS o] Teudlde AxA &4 73 93 Ast fx 24

uh A ghe] AR WMEE A Fe 40 Au 9a0] Bxol Fol7t Qe HAY & Q).

GRICM-hy-C ¥ GR|hy-Ce] SEM ¥ TEM o|v|x]:= %= 50 vk} 5yt 2 AZe] w4 % BET(Brunauer-
Emmett-Teller) &A1 o= SAch A3 ofg [ 1] 7IAE vk} 2ot U&7t 5 &4 FoJ& 13 GRlhy-C
9 GRICM-hy—-CE EF U3 W TxdE B33t v xwdo] ddgjdoz Z7A 7. GRIM-hy-CE A
TEZ ]lE afa A Au v REZF dFdeAl EEFo] Q= v, Rlhy-CE EWel = 179149} o] 1
22 ¢k o 2 2719 Au REZF 9A

A2, & 17904 = 17ax Au]&9 GRlhy-Ce SEM olm|Ae]a, & 17bh @ E17¢= Al EXI W, & 17d
9% 176 Aurb BE3F We] GRlhy-Co] SEM o]m A olw | & 17f: GR|hy-Ce] ©l HAADF-STEM o]m]=]o]t}.
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¥ 1
T Surface area (m2 g_l)
Pristine CC 3.9
GR | hy-C 11.8
GR|CM-hy-C 11.5

. GRICM-hy-Co] 25 S3/2d 7&

M vhe EESE 2% gl T Aol WY bl MAE f@ muE s A8 47 e 54
2AS 299 43 % ool wAE v} 2},

Li =2/ge] Alo]F HAEO A AAld 32 GRICM-hy-C&= % 6a°] Z=A|E uvfe}l 7Fo] 5mA cm’zsﬂ AR UEoA
400mA b o 9 ¥H fFS zIbels BAL Z7he] B4 glo] obAF AL §AHEAAS BAT

l'——_
2,07 81 2 400mA h cm o] %o A A Teutle] Fuimst = a0 A4 =we] mAHo] g},

Z} AZo Li w&/Ey ¥kgo] 7F9AS YEY. o] 3o wEW, GRICOM-hy-C 2 GR|hy-C+= L+
21314 =2 ole] m7}&(pristine) CColl B8] Aoz =& i 7[9AS

=
<
>

T 6cE ZH 229 0.5 mAh cm Oﬂfﬂ 2 A)d 391 GRICM-hy-Coll W3 &F =
9 At Au U EEY $HHoR FEHM ) oI Ux =
& 3 %3% 25 AA 301 GRICM-hy-C W] A =5 wet Jgsr] A2

di K

Ao 391 GRICM-hy-CAlA] Li &3 ATS A 918 thkst WA g5FolA Li 52 % SEM
A= & 7 YA & 8doll EAE ule} 2k, w7 (pristine) GRICM-hy-CE= = 79 EA]¥ uf
Weo Qs A Euel #Usl REHE Au vhe REE HeE

1~>

2 Li7h S7kstell met a3 A9 e AdE 4 E g3E wpl eAs 2 o= &5 Livk

o] 2o 391 GRICM-hy-C2] 3 ¥o] ¢ F=gYAct. dubdoz 7|gke] 83 FHol 2

Li(dendritic Li)e] ol 71998 7}eAdS n#std, W= (dendritic) ¥Ado &4
ol &2EsHA FHHASE ¢ F AUt

Sz A AAd 32 GRICM-hy-CE= %= 8ao] =AIH nle} o] me)w Az v Az A <F 1.23 m
FAe) wabe ) Fask BalES YA, 1 ndh e ©) Li % F, 4 BolZe] FAEE 8 2 ¥
geol bR wheb 7bo] 1.23 mmol A 1.41 mmE <F7F Z71abdth. 2 2 3 mAh em o) Li 23 3 Faz) B
o FAE & 8¢ ¥ X 8dollA et o] Lizh Foll 2EsA AAAHA AgHqoz Frhsie},

Lie X 8fo =AE nlelgo]l, dF A Au U= EES Ao JE 71 B oz 8 7] T o
7] 22 GAe &4 glo] 2HsAl SHEJNY. tixzdor, dAad 420 GRIhy-Ci= = 4kol] =AlE mpepglo]
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[0223]
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e AT

Al 490 GRIhy-C el olelgt st Batddt Li S%& 54 994 H=d 2F s 2 F ode
MERAE Au RES AER F449 B 7|Qlete o FAHET. AAd 491 Rlhy-C o] B dsta
AR Li el wetal, A Livs & 180 =AIE vheh o] g 2 M Au BE B e
Aol efsl] wA gk CCell vl G o "Mk o

thFet el Lizk 2 GRIOhy-Co] SEM #£412 = 190 Qokslo] givh. Li & 34& F7t2 2lsh]
i &% GRICM-hy-C¢] X4 314 (XRD) % XP TR on, 1 A= = 20 2 o] 1}eh
A= ddloA 2+ AFo ZE T AsS #Es7] Y8, LiNigsCop.iMny 0, o= (NCM811)S A}

A AL Az, A T WstE A% AR SAY Aok = 180 =AlE wke A

Ko
N o

w2
e !
-
o

oo £ o

<

2, = 19¢ gt 49 Li o2 GRIO-hy-Coll tigh Li 52 As 45 s SEM o]v| A (a—e
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* 3
Commercial Positive Loading level 21.34 mg em
Graphite cell (NMC811) Electrode area 7.84 cm,
C t collect Al,12
urrein>ci if or F ht, mm ) 0.0254 g
ectrode weig
0.1927
Electrode density g%
Electrode thickness 3.6 g cm
71.3 mm
Separator Area 10.24 e
(13 mm) Weight 0.0124 ¢
Pouch casing Area 17.64 cm
Weight 0.03925 g
Negative Loading level 13.7 mg o
(Graphite) Electrode area 9 e
Current collector (Cu, 15mm) cm
. . 0.121 g
Electrode weight (double side) 0.3676
Electrode density ' g%
Electrode thickness 1.6 g cm
186.3 mm
Cell Average voltage 3.67 V
Cell capacity 62.72 mAh
Cell weight 0.817 g
Cell volume 0.3193 cmg
GRICM-hy-C Positive Loading level 21.34 mg cm
cell (NMC811) Electrode area 7 84 e
Current collector (Al,12mm) O'OZBZm
Electrode weight 0'1927 &
Electrode density ' g%
Electrode thickness 3.6 g cm
71.3 mm
Separator Area 10.24 cm
(13 mm) Weight 0.0124 g
Pouch casing Area 17.64 cm2
Weight 0.03925 g
Negative Electrode area 9 sz
(GR|CM-hy—-C) Electrode weight 0.086 g
Weight of deposited Li 0.00466 g
Lithiated electrode weight 0.0953 g
(double side)
Electrode thicknes 140 mm
Cell Average voltage 3.80 V
Cell capacity 62.72 mAh
Cell weight 0.5448 g
Cell volume 0.2776 cmg
Number of Separator 2N
stacking Cathode 2N
Anode 1N
& Ao)E CEE 7HK AAld 391 GRICM-hy-Ce] $-73 HA d5& 1/3 724 EHo= A3 Li 5
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2 T4 Bt % 2E gAY MG S AARE £ ok A A xfelEH ] Mo 2w 2 AEA H
< o
H 2~
Aol & AT HAREQ J&?& 1?414&*1 ‘}i
g } =

U Adah Aol gl add do] e Al mAE ARl dFE WHe] s s, S $23
3l whee Alelsta AAlel 32 GRICM-hy-Ct 5dg Atz A

of Y B MES FWe] gukd e wso] oa wF WY M 74 7 3
2R3 BRAW Li T ABOR As BIE A/HAA Y5 A

7] AtolEFE ok Ao 320 GRICM-hy-C @ NCM811 &= RF9o At s AHTA|~S #Faly] Y 712 A
Fo2 Li 545 AMEste] 3d= AA A HrtE e Ay = 9coll =AIE wpel 2ok SuEAE A 3
%l GRICM-hy-C&= Li 523 &g 34 Apololl Ads] 2k zst atol= A Al Mt 3| 2H A ~E AlF3s3d
o},
7t AES ARESHE A A & 582 & 27049 Zrh. B=S, F9 2E(60£1T)A ALe]E HIZAE9}
A5 UF AFGOCIR) 54 st 78 AF d gAY A AgS 4% 2y = 28 2 = 290 Yepd
uho} ok
AR, & 27aE GRICM-hy-C ¥ "7} (pristine)dt Li TYE o=t HFo 2 AR dA Ao &1
e, & 2y 7 AR HEAAA ArE SHOR U 7t HEFS SAT 2z, & 28 F¥ 2%
(60C)llA ZF A5 3 S Yehd TeZoln, & 29% GRICM-hy-C(a =) 2 GRIC(h Fx)e AF U
AGDCIR) 5L 9 FAEF DA dof Z29d. 48 5 AL 23 7 W& DCIR 7S YE

ZF AEe AVIARL LI s3/2d Aee A ol AR e o929 40 dF(in situ) B 54
S

[<) [O =1
oA s AF FAS BASAG. oW BrAAE, HEHA A FA aske] 1FS vhehis] A, Aw
S F A2 FuE AN P AelZe BF 54 BN mEW & 9ol BAE ukst gol, Li 59
232 AH8E A AZY 4 FA9 Wslg nyn

A FA WES X eo EAF Hiel o] Li & dAlME o 24 mm, Li 2 @A E oF 19 mzE =4
Haom, Li &2 dAlet Li g8 ZElo]x] Alo]o] FA Wste] ztolz Qla] A FA7E v7HG AR 5 m F
7} }Oﬂq TS, "PO]%% T T = ofe Z=AFE upe} o] FUT A= HZEA ARl FAY F7Ht

Z A A Wzt 9 urtegd 842 A74ek di=gd Li(dendritic Li)e] 52 ¥ Li

o5 Lite] A &M, H:=g SEI FA, dald 1d, drjHow w@AstE Li(dead Li) 3 W=eH
Ll(dendrltlc L1)-4 Arog Qg e &4dow s Li SA/9e w3 w7l SUtE oA
At Li 299 AtelZ Fo] SEN o|w A& = 9gol JERI2Act
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ol g SEM ol W=w, wEE WEele Lidendritic LS 447 Lio) 239d ez A9 Li 59
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o] Alo]&¥ A& (60C) GRICM-hy-C|INCM8112] A Al Alo]Fd Ae, = 31b ¥ &= 3lct @& INCM81L(b
Zx) 2 £33 (E(c #x)Y dA AA €3 A& vehd Aoz, FF|INMBIL A2 155F7] Fof weto] dA
shih
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S200 S300
Carbon cloth (CC) CM-hy-C
o S400
GRICM-hy-C &
EWH2a
Catalytic hydrogenolysis

2H, \/ C;H,

Channeling reaction

—

« Channeling reaction by gasification
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Defective graphene shell

»  Channeling reaction by gasification
»  Defective graphene shell growth
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Binding energy (eV)

L -j" L 4
Nano-channels
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