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(57) Abstract: The present invention relates to: large-sur-
face-area single-crystal monolayer graphene in which a
graphene layer is formed on a single-crystal metal catalyst
layer oriented only in the (111) crystal plane, on a sub-
(111 strate or without a substrate; and a method for producing
large-surface-area single-crystal monolayer graphene ori-
ented only in the (111) crystal plane, by means of a heat
treatment of a metal precursor and chemical vapour de-
position. According to the present invention, a single-
crystal metal catalyst layer oriented only in the (111) crys-

_—
3 tal plane can be formed, on a substrate or even without a
) substrate, in various modes of foil, flat plate, block or
AA LH tube, and, by producing large-surface-area single-crystal
0 monolayer graphene in which a graphene layer is formed

on the catalyst layer, it is possible to commercialise high-
quality large-surface-area graphene thin films by means of
volume production, and it is possible to use the invention
as a transparent electrode material and a material for dis-
; play elements, semiconductor elements, separating films,
i fuel cells, solar cells or various types of sensor.
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]_

T

7] i) ¥ A1 ¢

1.
1 torr~760 torrell A 1~5A] 7k &°
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3 7k ¥91713 474 10~100 scem, FEA= S22 10~100 scem/OF 2 10~100
scem O E F P EA I d= Aol vt st A dA e wAHL &5
LAY A, B s ol 2 Thae ST gT H =],
TAME 53] b 20 vl T8k, AV W E Holuhd (111
A owrt gy @2 55 Sulso] YA A o, T1ol] et g A o
T whes 7] o Yok whep A 2 ol A= ] i) Bl ol DA el E e
TAUFEE A7 He el A 2dste] 54 A A8 dAsge =M (111)
A orrt gy G2 w5 S5 AL, oo A AT i) Al A
aFAe dAA ddn A Fol YA E 5 = Aol

[81] A, &g T $AA 713 ARR ko] 1 73 ol A 55 vhehs
FA o= A, L= 73S AHE S| U et & AT A E A g e
4@@@%ﬁ%¥%§%%@ﬂezﬁlxe/é‘ilﬁﬂA}é% g2elsh=
Ao, AAZ Zd 71AeFlemx 1 em A719 78] £YD AT & o] &5}o]
g s PAsHA At vlaab, Eod e TS H A o A7) g akglol
Aol AV E 2= 1w ATAE 21U E A 2 3874525
A (dole] Aol GAaA ddu s A = s Aol s
g atell o AlstE 2dde 5= o

[82]

[83]

[84]

i

wA Mo, 4] i) B9 BE I AE e Fas gadg shae) £
7F2 291712 900~1,200°C, 0.1 torr~760 torrell A 10 5
o) of §HAag - 7h e 3 7 B9V 4 1100 scem/EEAR§HF 7h2
10~100 sccm @2 F2] 8= Al o] ulgbAl s}, o] 71 A A7) €28 7FAE
Bal vt 71 B AR R, e 1A 69 714 e,
QAN ehe, W o] 0] EFHE R o] Folzl o RRE AEly of - el AL
A8 5 Qlom, 53] Bt ataot vl A Ab R 5 g

S, B ATk R A v, o e, ER e, Y o g,
oL MR, RET, D o) 5] BRER ool wo R Auy
shibel A1 ALg s, Agel ol d ulw hag gz Aol U
uhghA B SR, 714 B e B S R A = A, B4, Abo] R84, WA,

EFCl AL B ol 59 EHEE o] Fof3] S o2 RE HEE o s}
Ae AHEE 5= 3lar, ofo g H = AL o,

$h, & ol A = 371 i) SISl A o] vk E i) S Aol A HA B9
Ao Ay gd 2 i S A2 5 ek, e utek AU i) G F
ANAZ RN B2 GAE o] X313 5= =], 47] ¥4 &A= 10~50°C/min ]
B2 S52 MM 3] sz Alo] vt A st 53], 7] 34 SR M E
Zatate] sk Wbsh e o] Al akAl skl AASHA Ml A etz
HAeN A 2ol ghol A 5= Jlern= Fo8 23 obz e V] ¥
A el A AT 5= QL= A7 E WA 8] 9l eke] 24E 10~1,000
scem @ &2 F=RIehi A ek = gl
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[85]  EEFF P el upEw, Boubgel A Ay oA Aol vy vl e ue
bz Ty A, BA 24 i) an), Bel e AR A4, U A E
b AN E AT 5 AT,
86] oI5k TA N AN el Z A3 A Feh.

wyg o AAIE AT FH
[87] AAd 1)
[88] %_' AFAZA FA7F 18 ume] 2L 7FE Al =2 o] 7} 10 em x 10 em§! 7-¢]
% (HOHSEN, 99.9%, Japan)- JH el ¥ 31, 1,005°C, 500 torrell A 2417t &<k
v**i-:—z 100 scem® 9 3HA A AA el ske] el Zul S A EA L, BAI
1,005°C, 0.5 torroll A 603 & F 724/ ¥k 5 scem/20 scem B85 F 9] A A
3}8t7] 45 2H(CVD) T4 & FaEte] Tl S ol 1 RE e A ST

=

[89]
[90] sh7] 3 1ol AAlel 1 %] 32 vjae] 1 U] 3 & L Xl W CVD A4
A5 Vel Sl
[91] 1
[Table 1]
Ane [EA [emn [ (e i@ [ew (g [R a1 @Game
um) |(°C) |torr) |)vAIZE (°C) |(torr) [A1%F
2AAlef 1 (18 1,005 {500 100 1,005 10.5 5/20 sccm60+-
scem2 A {F
Ao 2 (18 1,005 {500 50 1,005 10.5 5/20 sccm60+-
scem2 A {F
Ao 3 (18 1,005 {500 100 1,020 |500 |5/20 scem30+-
scem2 A {F
Hl o 1|18 None |None |None 1,005 [0.5 5/20 sccm60+-
Hl o] 2 |18 1,005 (0.5 20 1,005 10.5 5/20 sccm60+-
scem2 A {F
Hl o] 3 |75 1,005 {500 100 1,005 10.5 5/20 sccm60+-
scem2 A {F
[92] ] TUo A7]= T 10ecmx 10em(ZFE x A=)
[93] D F A e
[94] 2CVD
[95]
[96] L2E Btk

of AAlel 1ol whE T A Al 2 g ke e 2L e

3
FAFA A (SEM) o] 1] Al & e Aot} 5 20 A Koi= vl9} o)
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[97]

[98]

[99]

[100]

[101]

[102]

[103]

el 2wl vkl g o] EAEE & ATk 18] Al 3 A
A3 e T 2GS YolH T flste] XA Fd dHE =
A, oheFst A7 w gha Zk= oA A A (polycrystalline) 4 & 2H<1

A

5 4t el Yaef 1o] ket 37] St o) Sl AR R
35t/ S 2H(CVD) F 1 4@ A 90 A A A (SEM)

oW A & vEbl A o= e FufFE 1Rl vhe-v )7t §loi H &

shelsl g, & 59 XA 814 gl o 2 e = A e 9 38y A2 2 o gt
ANAAREZ A3 ] (111) A2 Ho 2R v gky vhad A Zu|Zo] F Y S-S

A
glat 4= AT,

iy
1

011 OE

O

A~
T

f

Al 1 1 et A e FulEe] AW s
—7‘,‘—7]-?._ F-238)7] 9 sle] A xF3ubat e8] 4 (EBSD : Electron backscatter
& e ﬁgi, A WA oA 1l vher ] 2 Aol
o 2Rk jEkE WA SujFo] FAE Y-S AT F
ki o) A Ao 1] whet F A E 1w = 9] @Fvk(Raman)

A E S ek A2, 1580 cm ! 2o A 2efH e EA v =19 G ¥ =7}
WA Y 31, 3] 2700 em! 2ol A sEar AR E sk ] 2D 3] H 7 A E o
aRAFE B ‘%‘(monolayer) SRS 8“*5]91%3 o4 9)\9114. ob-&] 5
T A HAEE 1340 em ! F2oNH Y DA ARt S S AE

uf] 9 oFshA] S ¥ o] 2 o *‘Al o 10l whet 4 :LEH%%:L Agtol
A9 s &skar, G ¥ A o kD 93 Ao At A<l v &5 0.22
Arr S50 AA o] ulg- H& A0 = I

g &8 o o Al 1o Wt P 1w F] 2Rt W(Raman
Map)< EFA A0 2 D19 W] A] 5= & (wrinkle), = @ (crack), 2# ¢! v}t €]
5o Agto] A A & A& FR1E 4= 1o, D29] Y153 Al AW o] D2
HAzg 5450 aude] dUdS RO R o] Fo A A &S & 5 AN
2ok Mg & Tl AL Bodg el el Al gidAe] vhag gl e ol

EEURERRSOENEIS
} v

i)
il
z
5 =

(o]

= H

g2 st ek creQl et 1)) vk H g5 o] S1t R E A6t
o vy w1 E e S P Atk

3 = 109 FAFA A E] A(SEM) o) v A] 2 = 112] EBSD o) || Ao A H.i=
o] vl ald] 20f upet JA st e SAS dUH R Al
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[104]

[105]

[106]

[107]

20 M A E sk, AA o] 13 FUd 3 21 CVD 34 &
T o] ] - Sl 2] rdlRlE 1]l v H g E o)
TR EAE & o, e 129 XA 3 sjH o R E = w5
AAR] e 3d e vhdg Aol A2 RCVD #4538 F-oll & st
ke Qe = AT

3, 51300 WEb wlef o] Blald] 3ol A | s AT A=A 5775
mQl 7] L& AR A F-olli=, DA ol 1 WA 33 F A7 2l A A
2 CVD v A& st et 2] S5l -2 “reQleE —1e]l
Hher sl AR SAg S & = 1AL, 7] & 10l 71 Al shA] Skt
tHeFe FAe T de e R 449 3 CVD 3 S g A3, -
Ao FAZFIS mE st @Ay bl e s A

iy

T Eoo| M Alxd A Tl e Hr 4, FEk 4 5A4E

31 A} ¥ ] ) (sheet resistance), 2 F+REA] ©] 5 % (carrier mobility) 2

(transmittance) & =743 a1, A E &5 H7Eshr] st &3
wilol e g A = 14 WA & 160l L A 3E YERH AT

= ASTM D257 3 o] whe} 4-% % (4-point probe) = AF-&-3to] - g 2]
i |28 A ddv)t aefde] AAEE 543 ke F

ZA[ACS NANO, VOL 5, 6916(201 1)]°l| AlAIH thAA drd = 1ef 3 <]

3 3 et L), o o] A A o 1258 Al A A

-2 S v A el = 1ol vl she] WA gho] A A sHA

o oF80% BES] A aHE YErHE & ) ol = © A A

AoAA 2d Q] vl v g 9 -2 23 U X (defect density) 7}

24 A9l H 3 A8l 2 (electron mean free path) 7} 71 A ¥ 7] w321

180}, wpeba] B dg oA Ay e A gk o g A

wol Ad=E a9 A AAREA FU9A| S OLED =

of Ago| 7hsd AL = e}

= E o] AAo) 125 Az G2 dd 9 1 9

|"& 5 (carrier mobility) & 5732 & &1} Z7d(Hall effect

measurement) ol e} S 5Fo] I A ¥ =3 [Appl. Phys. Lett., 102,

163102(2013)]°0l Al Al ® B2 @AM 1 o] W2 wbA o) &L gl

LERU =), 2 kg o] AAfe 12 Ay A e 1 F

o247 gl et 1ol vlste] A F-EEHA] o] 55 ghol A A sHA st A

°F300% 49 71 EHE YEPHES & 5 k. o] = AR drd el glo) A

¥ Q) vt gl oF & A3 W L (defect density) 7} 7HAE 0 B2 HHEERA) o

A+ &5 (scattering rate of charge carrier)©] 7] %] 7] wf3-<1 A

upeba] Bodrgo M Al g WA gl T2 X HE 543 2] AkAl )
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[108]

[109]

[110]

[111]
[112]

w=do] =7

=
-T-

3}
2,

wpebA] 2 ubvg o] A
Fefel o' Al
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Z~AF(logic devices) H3= ZFA Tl 10nm ©|3F¢] Zu]A| Ad =4 =2
o

Aol

160 = - g o] Ao 1258 Alxzw Sdy a1
3 lo

Fo =5 A ek

QUizwl, ¥ g o] QAo 12

N
N
e

ou 7wl Ea A vAvl 1wl v)ste] By gho) oF

A7} 7k stz

o=,
Aol thste] Ed o]
Aol A= EA 5 T}

= A~
Qs 4= ol

g% 7tstgl=tl, ol = A E7hA e Ao R=7H 2 4e
= Eodgel] whE WA vl ko] glojA 1<l
(defect density) 7} A5t o 24 Wl o] FapA] A
= A fr} vholrt AR Q1 A 9o F =
7b S 7S A H o Tl A S
AE ZEAIRE, B i o

—

s L

= O ©
A Qe = S AERadE Hehd=
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I E (Co), H(Fe), FH H(Ru), WP, ZH(Pd), F(Au),
2(Ag), 51 H(AD, FE(Cr), "F 14 $5(Mg), B ZFHMn),

& 2] B3 (Mo), Z+(Rh), A ] (Si), ¥HE-E(Ta), Bl ¥H(Ti),

B 2= 'l(W), -2 (U), vhE(V), ol 835 (In), R A 232§ (Zn =
o] FoA X o BTH HEE o= sl A& 5 O E sh+=
i A o] vhAa g vkl v s o] Al 2uy,

A7l oA, 7] i) A e F& AT A= L dur 2,
HP B2 TE 5080 A8 ERo7 3= tfHz] e vhadA

I~5A12E &QF =3l = 3l s 54 p_;cz o}b o9l A o] vhA A
whdu Cref s o] Al M

A28kl oA, 7] Fi, T et ol =] 239 ThAs
9715 4 10~100 scem, = 54 10~100 scem/OF = 10~100
scem QB2 FYE = Ale SHOE = iAo WAy by
T o] Al =M.

A7l oAM, 71 i) EA 2 37T 22 Ao AT

P>

7h2~e] 23k 72~ #9171 2 900~1,200°C, 0.1 torr~760 torrol A
1093413 Fet FAE = 2SS4 0% oz iAo da A
v u)l 7 o] Az,

A 148 oA, 7] F229k BraFhf 7hae] £ Ths

7]+ 74 1~100 scem/EF A28 7F2 10~100 sccm 2.5
TUHE=AS EH R 3= thH Y] A Gy 1 9
A ZHH
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[Fig. 5]
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[Fig. 7]

2D FWHM: 33 cm”

4= (a.u)

1200 1600 2000 2400 2800
ctet A|IZE (cm™)




6/12

WO 2014/189271 PCT/KR2014/004517

[Fig. 8]
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[Fig. 9]
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[Fig. 16]
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