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Abstract

Flexible transparent conductive films are rapidly developed and widely used in

wearable devices. However, the most commonly used transparent conductive electrode

material is indium tin oxide (ITO), which remains several problems of brittleness and

poor environmental stability, making it difficult to be used as flexible transparent

conductive films. Therefore, in this study, we succeeded in synthesizing large-sized

graphene oxide aqueous solution with chemical functionalization of bulky and alkyl

groups. These functionalized graphene oxides (FGO) were spin-coated on a 6-inch SiO;

wafer. A layer of PMMA (poly(methyl methacrylate)) was also spin-coated on top of the

functionalized graphene oxide film to enable floating-assisted method to peel off a highly

transparent FGO film on the water surface. We reduced the functionalized graphene oxide

film on the support of copper foil under argon environment at 400°C, and then transferred

it onto the conductive polymer PEDOT film to yield PEDOT/tFGO films. These films

exhibit high transmittance (93.57%), good conductivity (371.06 + 48.64 Q/sq), high

stability, and excellent mechanical strength against over 10000 times of bending. This

composite thin film was successfully combined with polymer dispersed liquid crystal

(PDLC) for fabrication of flexible smart films, which exhibit 64% transmittance with rise

time of 1.244 ms and fall time of 183.429 ms under the applied voltage of 110 V AC.



Keywords: Flexible transparent conductive film, Reduce functionalized graphene oxide,

Spin-coating, Floating-assisted method, Smart film.
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1.2.6 % T 3% A3 PEDOT:PSS 2. 4 &

PEDOT:PSS #_d poly(3,4-ethylenedioxythiophene)£? polystyrene sulfonate = f&
BAaFRED A BB B 1-11 #77 »PEDOT A F 2 & & - fa5 45§ &
FHE R RETAE FERAOEL RAIF R F 4T PSS Rz
- PEDOT 7% f3 & 0F 42 ¥ - PEDOT:PSS + Flif £ § 24 e 5ot » Fpt B4
O ECE AR > B F PRt BB LR A F E T HR - Ouyang % & 2004
# P4 1) PEDOT:PSS 5463 13 A AU2iE (s » ¥ KL HT R O Chu %+ &
2004 # 3% 4% 7 ¥ 23k PEDOT:PSS ch¥ 3 & » 4 © fe4:/§ 5 PEDOT:PSS
hpEiE > PR TS BT § T PSS E > A @ PSSA) 2 ¢ g PSSH o
% PSSH -k Flot 7 1236 Bk ™ 5842 4 4 PEDOT » %] #¢ 2 5 PEDOT
TR AR 1-12 7 o 5 d P AT (5 ¢h PEDOT & %det 4 cn¥ T B 1 2 48
T e B R PERS T RASLEPEDOT EWET R M E Fla &2 4 ¢ chy
Fer R B R L 2 T A D R A & 24 0@ Ouyang 33 &
2013 &% & 00 1% 3 fpehfes ¢ % PEDOT ST & #1858 0 & #1E ¥ o

AL STE RN L. I FUYCEL

PSS

" = e \ / g .“»-_I'-'\\,‘ 1— P ED O’r
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CuNW transferred onto a
bare PET substrate

CuNW  transferred onto
PEDOT:PSS layer

(a) l (b) Hotpress (¢) (h)

100°C
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—

Graphene/PTFE AgNW/Graphene/PTFE AgNWIGraphene/PTFE

() —

Graphene/AgNW/Polymer Cold-steam-flow Polymer/AgNW/Graphene/PTFE

W 1-18 Wi 7 545/835 K FHUF A 54T & T2 AR O -
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R SR 2X EEE=-T0 LR RN S T

Ref. Materials Transmittance at Sheet resistance (£2/sq)
550 nm (%)
48 Cu-AgNW/rGO 77.6 10
49 CuNW/rGO 84 21.7
50 AgNW/rGO 80.1 15.33
o1 CuNW/rGO 82 50
52 CuNW/rGO 90 28
53 AgNP/rGO 80 56
55 AgNP/rGO 91 1.12k
49 PEDOT:PSS/CuNW 84.2 25
56 Graphene/AgN'W/polymer 88.3 8.06
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(1) Graphite powder (100 & 325 mesh) » % & # > Alfa Aesar

(2) Sodium nitrate > NaNOs » #'f&4r > Acros

(3) Potassium permanganate > KMnOy » 4% & 47 > J. T.Baker

(4) Sulfuric acid » H>SO4 » £:f& > Aencore

(5) Phosphorus pentoxide > P>Os » T % it = £ » J.T.Baker

(6) Hydrogen peroxide > H>O; > iE% it & > Showa

(7) Hydrochloric acid » HCl » & % f& > J.T.Baker

(8) Copper foil » Cu > 4% 75 > Alfa Aesar

(9) Acetone » CsH¢O » 5 fit > Duksan Pure Chemicals

(10) Isopropyl alcohol » C3HsO » & 3 % » Echo

(11) Poly(methyl methacrylate) » (CsO2Hg)n » .7 L[5 % e fiz > Sigma-Aldrich

(12) Chlorobenzene > C¢HsCl > % F » Alfa Aesar

(13) Ammonium persulfate » (NH4)2S20s > i % fk 4% » Fisher Chemical

(14) Toluene > C7Hg > ¥ % > Fisher Chemical

(15) tert-Butylamine » C4Hi N » = %7 "% > Alfa Aesar

(16) Poly(3,4-ethylenedioxythiophene) polystyrene sulfonate * PEDOT:PSS
(PH1000) - Heraeus

(17) Formic acid » HCOOH > ¥ f& > Acros

(18) Sodium borohydride » NaBHy » ##& i 4 » Alfa Aesar

(19) Hydroiodic acid » HI » & ® & » Acros
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22 P EETS
(1) X %4 % 85

XRD ik Bptp Bruker » 455 5 D2 Phaser » §]* Cui= & # A=1.5418 A th¥
X B e B AR SRR ST 0 o JOU R 20=5-60 B 2 A EL 0 B fS )
AN nh=2dsin0 > TE f kB EEd -
(2) £¥§ kFHR

& EF R P WiTec v 41505 Alpha300R » 7 & #4230 5L12 532 nm 2
stk F etk ke 5 600 lines/mm 0 20 BALEE 0 5 fyAEA - ko X HE 10 %
kT HL o
(B) X k3 i ¥k

XPS #idxd PHI 5000 VersaProbe ** ] = = # +« & 2 Kratos Axis Ultra DLD **
R @ &% FarpiE o
OREE P

A% A4t #chhd A% 5 Vario ELII * R ¢ 8 % 8 50|17 o
(5) o oh sk ik

bk BB A1 Spectrum Two FT-IR/Spl0 S/W ik B #7ip| 8 o
(6) HFda 3\ T+ B

SEM ik % 4|8 5 FEIInspect F50 4vig & /& 5 SkVo 3+ & F % 43-10000 & >
1 TR 10 mm o
(7) =+ 4 Bk

AFM i% E 4|5 % Bruker Dimension Edge » 445 $5% 5 &5 -
(8) % #-7 Bk &

Boobow Bk RAIEL S Jasco V-600 0 fU* gz e PET #9% % (75 i A

B ERIFRIERZE LR > ZRIAE RS 400-750 nm -
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(9) = BLiF 4
w BEEF AR AP S Quatek 5601Y » FF - RIS TIRE 2 R Y
J\ g % 7}:%%{‘\;?“%@—?%3; o
23 HPETERY T
231 MPAOM A BF - BARLF 2 &%
HA250F A dr ¢ o 23 F kAR £ 2 H 1L enT § 1 2 BR(P20s)
2 RRiE T AT R E B~ 9 S B4R (KMnOs)»t kAR iR P o (R H IR
s e~ 1 50 F &4 (100 mesh 2% 325 mesh)% 0.5 5o e 4h (NaNOs) o frkis & #

FE30 A 4818 0 2 r 35°CH ipdR F R 12 FF > KRR~ RiEP R4 r 50

EAIYI ok E B 8CHip Y F RIS MM FRREY

b

A TRl B 7S
THEEAer 10FLFEF ok L HCL: HO=1:10 2. 884 v 32 £737% 500 £ 2 >
P P F iR N EFARFEAY AR S RA SR 300 B HBAEGR
P RFE BT ST R R Y 1 e L E 4T = 0§02 6000 rpm A
54480 13 “,ﬁ%%ﬁ‘lj%’a‘.;‘iiﬁvi EEG 12,

2100 mesh 7 &4 8 % 2§ 7 5% 2 %325 LGO ;17 325 mesh 7 &4 4l
Mg P EFHEE55 8GO -
232 np B KT 2 R

BA 250 F A Y o 23 FAEAEL 0 T4~ 1 F & 45(325 mesh) 2
0.5 SR fegh » & kit THET e RISEM A » 3B e YRR 0 FHW
BIE - P PEIS o 2 35°CiHip R HRE 12 PF 0 B D 98°Ci i e £k 15

Ao KBRS R Bl 46 T2 3 4 R o FHRET R R B

E
RETERA 102 FE R LV HCL:HO=1:10 2 8 "R &A% > b
WihE R AR 2 Ko B R B RAS BTN R B ST e B iR

A e A Bk A 30 A B 45 12 2000 rpm Bt S 4R 113 % A 4R B e
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vk EE 2§ T B 505 HGO -

233 FWAFRAF L2 8%

A 100 o YR 5’1% dv ~ 1 =2 tert-Butylamine 3+t &8 £ 353 > & 60°C
TREREI20FE TR PR AT R EF(FGO)L W -

1 LGO ~ SGO 2 HGO #7& = 2. F ae g 14 § 1t F &2 LS WS FLGO
FSGO % FHGO -
2331 U kipFA FRBRAFTRATFT L 2 EHEY

#-FGO i3 e ¥93 % 1 ik hSi0 & & 1 > 12 3000 rpm i ¢ 3 30 e

(I FGO § tf & & 35— K e %l - [ PEiS > £ FGO A %%

A%

i % % PMMA (poly(methyl methacrylate)) (4 % & : 99600 » 46 mg/ml » # i* ¥ 5 /2

w»

A3 0 — B 3000 rpm sl i 30 Fyi RIS 0 R B RN R

A

1 [ pF o okdp B r 283 kY o K RBYEEF KLY > PMMA 9w e 4 ¥
FGO ' apBa fo 7 2 % » SR 4+ 0 Fw=x 23 2k b > =2 FGO &
Wt i o
2332 TR AL EEHORR
(1) - FB R
(1-1) & & (HD

# PMMA/FGO %4 3 57%4 dhpeipiet » ABREY -5 > BR- 4
BISHAHES 1ok ? AR GE S £ RES 2 SR F AT R
MY FEE A PMMAC L BB A » & gfh? @ R A2 PMMA &ff e
efTER .
(1-2) #2& i- 4 (NaBH4)
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8
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-l PR ATES TR AR R AR £ ER T R AR
Wik 0 BT FEAAES PMMA - BB AR e~ A RRY # R
& 22 PMMA £/ cha & 7B R o

(2) B iR4ER

124 8 A2 PMMA/FGO &% By st 3§ 7 FH KA Zgp > % 17 B
W AR AR RSRET FI0L LEREAM 120 FEE
F g e PMMA o #-E 00k eRde e > BH B ERBERY 0 hE F ORE
T o 1L 400°CE - Lo @ B 5 R RF Y 7 &% (Reduced graphene oxide, rGO)
O o B R T 8- PMMA edg % 55 rGO 45T & 0 #i# 5 3000 rpm
W30y o e TR AFRTRE 12 FPMMA ST - B F R E @A
4%-K7% % (Ammonium persulfate - 4~ + & 228.18 > 1 5./100 £ # -k) > 12 PMMA 7%
BoFP R ST R AL R D 0 FAF Y R 2B T E SR
PMMA 2 tGO 2_ &% o # PMMA/TGO & 4 3 3 g3 -kigzd o ,ﬁ’-",f 7 F N
|H s b oo

F#* pt 2 %R R (2 0 FLGO ~ FSGO %2 FHGO = 5. 5 rFLGO ~ rFSGO %

ﬁfﬁ’iﬁk"k/p /]Q ) E:’P—_l %PMMA/I'GO "E.‘;‘;; ﬁf%}

rFHGO -
234 Mt By ARIR T EF

Ty S P edrdb P ERE R RGe TR (TR RO ERAF P 4 G T
o B EHAE SR S P A Y R LI E A 100t R F
& 4 4 35 om® (35 scom)fr® Yt E A 4ainiE 10 em?® (10 scem)2 2 o 48 10 4
8o RUESMP % Rl & § 8 BIF35scem > 240 2 4P 4413 1000°C - iF
F] 1000°Cis » aiFip e ke ™ 20 480 20 A 4B fs e ® 2% » i & 5 10sccm > &

B30 A48t p AREw 2R o

BEFSERTDEGOM P T AT S REF RGOS - PMMA 3
RGN E WA HE 5 o #iE 5 3000rpm # 30 £y o S H RIS 0 BT T %
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B o120 pFo e PMMAiﬂﬁﬁoﬁéﬁi;}?i{ﬁ]ﬁﬁ@ﬂ’%ma % Az 737 PMMA 2

Gritdp Lo RO F FRY L 2x10"torr > RRAF LW 7 E

-ﬁ‘{g

F R in (VX Ry f BT B o R F e BAALARIZ IR 0 1 PMMA 7RG g
OB AR Y IE AR R Y o FAF S R 2R > T L E DA P PMMA

2T B2 e -PMMA/ T & A 1 T kiR Y AT i
Faderkiz it » TF M-PMMA/E &% B 4 P18 4 J4m b o
2.3.5 PEDOT:PSS & %2 %] %

Py 4 FaE g <2 PET 9% NARE 3 H3 R4 e ($eRdr 0 %
NEF RS A 25 W pER 2 A4 @ PET A6 REAK - RE M
PEDOT:PSS (PH1000)#2 3 j & PET %~} > 11 4&:& 3000 rpm #& 60 #):& {7 4% % % >
FRISHBIEE Ao BgE b 12 130°CHE 20 A o RS 0 BAE A 26MET R S
A 48R (7 e L i@ PEDOT &2 PSS 2 2 Ap & dm (93] % 493 12 8« PEDOT » 4%
Frid kiR sk PSS X 01§ F A eRig 37
236 & BN WA

# PMMA/TFLGO 2 PMMA/ % & % # %44 = PEDOT:PSS %} » &3 T
WE R R AR B MUY 1 140°CH R AR 30 A4 0 Bl s EH L g
RiSRAF SR Y FEAMB R L 30 248 ¥ PMMA % 273 (% B

G AmEE M Rk £ F F it LRI 21
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Spin-coating

Si0,/Si
wafer Immerse into water
FGO/SiO, PMMA/FGO/SiO,
Tube Furnace
— — —_— Ar —1 Ar
b '(—'
Cu foil ‘
PMMA/FGO/Cu foil ~ Wash away PMMA

Anneal at 400 °C under Ar flow

/§MA

— - .............. — _— ‘GO/PET
% ..................... =

_ (NH4)ZSZOS(aq)
PMMA/rGO/Cu foil Dissolve Cu foil PMMA/rGO tGO/PEDOT/PET

W 2-1 WHBRmpihicF itz &% PEDOT 47 & & Wi A2 1)

237 PENAFER 2 WG

#-5 5 rL PET 4 &4 2 10 x 10 cm? 0 PEDOTAFLGO # % % - & PDLC

e
3
ey
pie
&
3_.

EFAF @10V RARE > T FRL T R A T R
BRI AEY v R AGKR > B EE AR 2-2 2T -
PET

PEDOT layer
tFLGO layer

Polymer
PDLC

110V =t
AC T

rFLGO layer
PEDOT layer
PET

W

W 22 7 5 £ R -
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31 652§ "2 EHEFEZ

4o @] 3-1(a)#7+ » ¢ XRD B3 # a7 & & 2 LGO ~ SGO 2 HGO 3t 54 4
23 9.905 ~ 10.329 % 9.966 & > 5d FE R oNT UE D F L F &GOk B EEd-
spacing A %] 5 8.919~8.554 3 8865A - &% d & kg egip 0 = % Bords
“ & g 2150 D band (1350-1360 cm™) 4r G band (1592-1608 cm™)'? » H
k4B 3-2(a)47r o £ B XPS e T HET T = fAF P E &G C=C
(284.6eV) ~ C-0(286.7¢eV) ~ C=0 (287.6eV)% O-C=0(288.7eV)srie & 4 1257, =
3 SAWUE DT T 5 oW 33 BB A bldek 341 45 o o
32 FRFAPT 9 BERETIZNPOFFCRBEIFESINFE R
P % % (>100 pm)shg i 7 &% LGO > 4o@] 3-6 #7702 H O/C v b|3ag
SGO (12 3 s idhfké? & = )% HGO -
32 ER2 TR AT FEHELT

4o 3-1(b)#77+ » 4 XRD Bl ¥ &v#7 & = 2. FLGO ~ FSGO % FHGO =it 5L

A B3 9.17959.119 2 9119 & » 5 FRPEINT B N AT L E R

e [ BE d-spacing 4 5] 5 9.623~9.687 2 9.687 A Migd F oA AT e AR g

F] % tert-Butylamine 73 fm { S dFH 3 7 & 2 R 8 Ry e EE R Fd PR K
ol Rl = K IO I F % B4 cnd o $USE D band (13501360 cm™) 4e G band
(1592-1608 cm™)!? > % & F it At i fe? § LR T hF L 2 % B B kH
4] 3-2(a) 7 o 1546 XPS A T B RS T 1 F 55§ C=C (2846
eV) ~ C-N (285.3eV) ~ C-0(286.7eV) ~ C=0 (287.4eV)%2 0O-C=0 (288.9 eV)erje =
A28, geR 34 srg > X EE N Is £ E R § 2S5 CN (3994 eV) ~

C=N (400.4 eV)% R-NH3" (401.2 V) » 4c§] 3-35 #7577 » H B &) 220t bldod 3-1
I
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K Fe 3-1 ¢ FHERED Fahitaufe  C=C thz £33 F tRehz £ P
BMAEXfFaAits C=C g ™33 VRGO ZEF TH R &4 tert
Butylamine i {7 F & A {* A2 € i~ §F 1 Z«.“i"fﬁ AR hod £ 32~

F ATl TR F TR ANS O HIPREEE E aA T > 2 F g

\f"\ﬂ
-

FRA B TR
d 4 AR % ¢ 7 FLGO %it 735 P £ i mentl it Bl 8t & & 2. LGO &

FLGO 17 IR ®£3# # 2 LGO 4 % /2§ 7 & tert-Butylamine & {7 F ac 28 it e 4% #-
Bl 3-7hIR KHEA AT ELBERS A FRBAMER A 761 cm » {3 N-H
g d (bending) B # 5 B % & 1555 & 1029 cm™! > 3 C-O-C 1t g (stretching)
R#s 2 C-OH ehid SR 6 5 C ® & il 5L & 1230 cm! > B3t C-N ehid SR

T AU A 1370-1475 em! B 0 B3t C-H 0% 26 S E RBImAELE A
1600 cm™! » 3+ C=C et fﬁ%ﬁa F BB AU A 1630cm™ » 3t N-H e o
Rf G B AUELE & 1720 cm > B3t C=0 i R S H B sy &
2890-2976 cm™' B » i >-CH;z entd Mgt 1 %3 aRUELT & 3260 & 3326 cm™! >
e -NHz eh i S5 R 60 5 ) % 3 0t 5L & 3200-3500cm™ » 3 — & B i 5L+ O-
H il 5 2.6 59-61

% FLGO ek z# ¢ » a3 LGO % 417 A~C~D~F 2 H Bt s - A

C 2 F 5.7 % tert-Butylamine #7:¢ = e N-H %% 2 # ‘ﬁ’ﬁ}%ﬁv @ D R FE C-
H &g %y 2 > & i A1 & 7] tert-Butylamine # ¥ 3 5 C-H 4&m i
BRE {44 A H ®BHEY a5 Ak p 3t tert-Butylamine b 97 354813 = -
CHs et 55 R %> ; @ tert-Butylamine # ¥ 3545 F -NHz 3t — i & 1 % 8 350
L0 ena It 4§ 8 LGO £ 57+ FLGO 1 » & FLGO ehk 3¢ 24 I
&R S 350 K & F tert-Butylamine - B iR 4E i £ 7 0 2 B ®# ¢ -FLGO
GBI A2 LGO 38 7 > F oAt A% 5 A A A Y i 4R tert-Butylamine 2%k ¥ F

MRAETRPEAE R R EFRISAL COHZ2 CN4gL Fla B2 CH ®E
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SRR E o F A2 ACNVT R ERIEFRABRBAELL 5 0 g
FLGO #1855 % LGO*? - FLGO » %% 7 R & LGO #&% #m8 4 E~G %2 J %
Bamag s A A iEMmG C=C~C=02% O-HF ik > 27 0iEMR7 €1 1TR
A LGOS A A3 S 1 o FE i s C-H A CN&3 L 7 it L8
#2971 & 4 ¢~ tert-Butylamine + # 2 H - & R4 0 Ft ¥ L 3a 4T tert-Butylamine

¥ F 2 LGO F 2 & FLGO -
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(a)

Intensity (a.u.)

Intensity (a.u.)

1000

— GO
— S GO
Kgoso — HGO
’\ 10.329°
9.966°
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60

(b)

Intensity (a.u.)

B 31 6522 f6@)F 552 MF AALT 75452 XRD -

Raman shifts (cm™1)

—— | GO

D G —SGO

\J\/L T
1500 2000 2500 3000

(b)

Intensity (a.u.)

— FL.GO
— FSGO
9.179° ——FHGO
Jil 19°
9.119°
10 20 30 40 50 60
2Theta (degree)
— GO
e FSG O
D G ——FHGO
1000 1500 2000 2500

Raman shifts (cm!)

W 32 ¢2=f8@F "FEFEOT AT TR ZE LHE -
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@ _ =i

— ()-C=0
s Fitted C 1s

Intensity (a.u.)

292 290 288 286 284 282 280
Binding energy (eV)

(b) —

—— (=)

— ()-C=0
e Fitted C s

Intensity (a.u.)

292 290 288 286 284 282 280
Binding energy (eV)

© _ =

— ()-C=0
e Fitted C s

Intensity (a.u.)

292 290 288 286 284 282 280
Binding energy (eV)

W 3-3(2) LGO - (b) SGO % (c) HGO 2 C1s XPS %3¥ ) -
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(b)

Intensity (a.u.)

Intensity (a.u.)

e (- ()

s (C=()
0-C=0

s Fitted C 1s

292 290 288 286 284 282 280
Binding energy (eV)

—C 1s

e C=C

e C-N

— C-O

——— C=0
0-C=0

Fitted C Is

292 290 288 286 284 282 280
Binding energy (eV)

—C s

w— C=C

e C-N

— -0

e C=0)
0-C=0

Fitted C 1s

Intensity (a.u.)

Binding energy (eV)
W 3-4 (a) FLGO - (b) FSGO % (c) FHGO 2 C s XPS £ 3# ] -
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—N s
(a) | s v
:3. ——R-NH,"
\CES; w Fitted N I's
&
A
o
Q
<
| |
406 404 402 400 398 396
Binding energy (eV)
N s
b _
A ——C=N
= —R-NH,
8 ws Fitted N s
2
7
(o
L
<
—

406 404 402 400 398 396
Binding energy (eV)

(c) =

———R-NH,'
ws Fitted N 1s

Intensity (a.u.)

406 404 402 400 398 396
Binding energy (eV)

¥l 3-5 () FLGO ~ (b)FSGO % (c) FHGO 2 N Is XPS ¥ § -
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(a) B (b) ' |
100 pm 100 pm

B 3-6 (a,b) LGO 2. SEM H] -

J 1 H GFED C B A
FLGO

LGO

tert-Butylamine
3500 3000 2500 2000 1500 1000
Wavenumber (cm™!)

Transmittance (a.u.)

W 3-7 tert-Butylamine ~ LGO 2 FLGO 2 IR k3 [ -
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2031 LT EERGHEFRACT L EGL XPS A ES A o

C=C (%) C-0O (%) C=0 (%) O-C=0(%) C-N (%)

LGO 44.47 38.19 14.33 3.01 -
SGO 40.82 40.10 15.00 4.08 -
HGO 46.17 43.46 8.45 1.92 -
FLGO 45.92 39.59 7.89 1.67 4.93
FSGO 58.77 26.25 7.45 0.84 6.69
FHGO 57.80 25.46 6.62 4.36 5.76

C-N (%) C=N (%) R-NH:"(%)

FLGO 19.83 15.91 64.26
FSGO 25.99 4.41 69.60
FHGO 20.16 13.95 65.89

320 XPSZ2AAAPEKAIEF B EGEFAALT L EEFL AR A -

XPS Contents (mol %) O/C | Elemental Contents (mol %) o/C

analysis C (0} N ratios analysis C (0} N ratios

LGO 4.81 2.62 0.02 0.545 LGO 3.63 2.78 0.02 0.764
SGO 5.73 1.94 0.02 0.338 SGO 3.91 2.85 0.08 0.728

HGO 5.77 1.86 0.08 0.322 HGO 3.83 2.72 0.05 0.710

FLGO 6.14 1.43 0.25 0.233 FLGO 4.53 1.88 0.47 0.415

FSGO 6.35 1.26 0.26 0.198 FSGO 4.58 1.64 0.44 0.359

FHGO  6.43 1.38 0.13 0.215 FHGO 4.58 2.19 0.25 0.479
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33 FRALF B EYGEW

331 MuEREGEUEF 3 FIRARZ EW

d 3 AF T F 2 A1* FLGO % i § % F)pt #-2 ¥ FSGO 2 FHGO % b
o - 8 FGO ki3 ke 2 kAR 5 2.0~ 1.5 1.0mg/mL k3% » £ A w8k
DB 2 KR REIE R FONE % F 540 SEM kBB H LA, T LR R
TR R RGRE .
(1) 2.0 mg/mL

4o 3-8(a)% 3-9(a)#7F > 1% PAOM i “t#l2 FLGO 2 FSGO -k i3 i 484t
A58 8k 3 fp I @ 4o ) 3-10(a)#tom o ¥ vs B2tz FHGO Pk ik T &
A5 AT R kSR o it FLGO #' g F 7 &G REPME > TH PR
RS Y AT RS AR LY A G 5 REA A B R
HERERES AL g3 PRSI M3 7 9] SiFA;°FSGO 2 FHGO
$od 325mesh 7 &5l & > w £ 237272 > f]* PAOM ;2 & & (7 FSGO # & 5
7 AP ALl s B £ 22 FHGO § #77 b > ¥ 4 11 FSGO & 75kt dp 54k
4 3F 5 A 2 FHGO R R T 4o RE g0 57 1 F o | B8 i
B
(2) 1.5 mg/mL

B ORRF ML > 4ol 3-8(b)*Tr » FLGO T E P B hE B R ERE 0 2 7

ﬁ hE R L {Fmiﬁl L3 A - A2en o pRaT FSGO 0 4B 3-9(b)sror 0 H e & d )
B %A & %] FLGO & FSGO 17 &% ¢+ L£5Ed + » - ¥ FLGO % &%
HFI P IHP PN IAFSGO 28 #HAETIFHR A 2 FE YT EY
A A B E R AR S A iR AR A G T Fp AR

TEGAA TR W ERSF A T % @ FHGO 4@ 3-10(b)#77% - H
TAREORE R FRERAMKE AT L35 P EFNE 26 LR

ek o
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(3) 1.0 mg/mL

d 3% FLGO -ki3 7% t 1.5 mg/mL = 52535 2.0 mg/mL B & 5 B & chim 4
A FP AP RIER AR M ELEE RS doR) 3-8(c)F M IRE A F ik
B 5 1.5mg/mL pEfFen > 4 0 B B g i Az - L kapigd ek A
2o KT EFSL T A g AL BEEFOFM FIF 00320k R 2 FLGO 'k
BREUSETET L ET ET R B HFIT o @ 4oB 3-9(c)#7T > FSGO F1H &%
o B ER TS 353 A 470 4B 3-10(c) 1o FHGO 0 SEM B % & - < o
A e 20 pamg o 4 RAR A5 § RunkE -
O W E R T SR > @ % 1.5 mg/mL 0 FLGO -k

FE iR adl
AN

1l
PR AL R PR AR R RHE TR YRR Rk

ERIE SO B

Mot

Fie e sk o @ f1* PAOM j2 & * enFSGO s B2 £ = e FHGO { 3 % 2 2
BB P RARESRE 0 A6 2 RIBS A HRDR FIF A S FSGO
FHGO % it eng 47 L35 RiEkia e ’?%Fgﬁig?&ﬁ’ﬁﬁfgﬁ%d%ﬁﬁi;{

B R A SRR
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332 kiRt Weta g 2 PIRR 2 FW

MU g G R h A fE R kR 2 FGO HE R g % F 1+ - & PMMA>
&d PMMA shifer i@ FGO i aokAp ™ iFAc { W ah- K @ w > iR 4279 7
PMMA ch7 B B S 887 & 7 > d £ 8 EE AT T gk aw 5 1 it
(BB ® %/ QTRER N RIS S
(1) 2.0 mg/mL

4o 3-8(d)* » FLGO f 00 & g B e d » B0 417 kdpisd 4 ok

SIS @2 F AT FLGO 2% ¢ B & hB 3L o @ 4o B 3-9(d)#7+ » FSGO
RlEIRd 325 ) B irdimdm S el il Borkapisd §es iz TR AR D
TR D g g A B AR 2 0 = FHGO fgd gt 2 At

Foo SR AR S G2 {4353 > SEM B B M P R B RuERE
4o @) 3-10(d)#77F o b eba fI* & mapping kBl EFE F 3 £ doF] 3-11 -
3-12 2 3-13 #75F » & 2.0 mg/mL )k & T > f mapping Bl F B~gpd JER = BEL
BFRIDF WRIHF YT B d 5L i FLGO 2 FSGO & %cih mapping B
FOUEE A LI ke S o BT 2 B RER S 0 A FHGO % fid $t %
ZmH hokApES B RS A G F ek M A5 I -
(2) 1.5 mg/mL

4B 3-8(e)#77r > FLGO &5t R B T 5 d -RAp ¥+ #2202 %1 » & _SEM
R Fehppd gt P kg ml 3 REL P H 2 ddr RO GREPREFL A
4o Bl 3-9(e)#77F » FSGO /gd -KApif+ #fesis 0008 4 6 end) 5 2 @i % 52 35
AR o o R et @ deB) 3-10(e)# 77 0 FHGO 5 end i vb 42354 %
E R PE v BEY RS hR LY B S TORARF A B E S 2 R
CEFEFERIARTIE A1 28

mapping R EELF 0 4ef] 3-11~3-12 2 3-13 #4757 0 fept RART = F 3G dRlEF

FHGO "A 2 {393 » F chifir > » 13

o™

it 7 &Y amusl e @ FLGO & % mapping ) % chR12)~ £ SEM Bl * 4p % » + &7
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fU* okApigd fesiE #0758 ShFLGO #waodd kg rm s o
(3) 1.0 mg/mL

4@ 3-8(H)#77% » FLGO E % i ¥k 7 &% o= et » s 2R H 1% jodp s
s RIS 2 1.5 me/mL 4 02 o & F1E AoRdE g o2 il en@ 1.5 mg/mL jk
RPEERES > g2 @b 1.0 mg/mL T 1% -RApigd et iE S0 v g ey
4 o @ 4oF) 3-9(H 2 3-10(H)#77 > FSGO 2 FHGO teyt k& T 1% -kipis+ o

BAE NS Bk g T xR & o AR 000 FHGO ik R P 0 OB IR %R

SIS S R F N E B R PR 42 FSGO ) FHGO ik 4 A 2 R B
Mg oo § 1% £ % mapping METF > 4oB] 3-113-12 % 3-13 477 > A kR T

2
HEF LRIPIE B EF s Ak FSGO FHEE BRI FIUBLELSS

Ji

G TR AFERAS B A N RATF 0 B 1% FLGO st chE

il

[

f#

2 S T A IR s e

i sF e 1 d SEM A B § R venlicly o 1% ¥ 0% & & 3 D FLGO
Bk e R 1 AR g RS G R e B B
%k hp chi @ FSGO 2 FHGO F13 d | 7 545 & » vt 42 FLGO #} fi~

AT

PR BHAT o Flh RIS RE Y 5] i E B
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2.0 mg/mL

1.5 mg/mL

1.0 mg/mL

W 3-8 (a-c)#-3 I ik & 2. FLGO i3 i %636 % (5 f SiOy/Si + 2 (d-D1% -KApif+ #2432 201 L &

# 3 SiO/Si * 22 FLGO & "% SEM M -
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2.0 mg/mL

1.5 mg/mL

1.0 mg/mL

S pm

W 3-9 (a-c)#-3 I ik & 2. FSGO i3 % %46 % & SiOx/Si + 2 (d-DFI % kApis4 #fesid s 2 &

# 3 SiO/Si *+ 2= FSGO & % SEM B °
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2.0 mg/mL

1.5 mg/mL

1.0 mg/mL

W 3-10 (a-c)#-3 I ik & 2. FHGO i3 i %46 % 7 % SiOofSi + 2 (d-DF1 % -kApit 4§ p4 2 975 1

# 4% 1 SiO/Si * 22 FHGO % % SEM M -
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2.0 mg/mL

1.0 mg/mL

1.2E5 CCD cts

0 CCD cts

7E4 CCD cts

0 CCDcts

0 CCDcts

B 3-11 7 k&R 2 FLGO & §

53
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e e
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mapping 2. & % °



1E5 CCD cts —A

—C

2.0 mg/mL B it

L =

1000 1500 2000 2500 3000
Raman shifts (cm™)

Intensity (a.u.)

2.5E4 CCD cts —A
—3B
~ —
3
&
> N\
1.5 mg/mL =
5 e e, W
E P it ™,
0.CCD cis 1000 1500 2000 2500 3000
Raman shifts (cm™)
y 1E4 CCD cts — A
—B
—~ —
S
&
g >
1.0 mg/mL § = J\"/L I
5
=

0 CCD cis 1000 1500 2000 2500 3000
Raman shifts (cm™)

W 3-12 7 k& 2 FSGO & 14§ mapping 2. % % o
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2.0 mg/mL

1.5 mg/mL

1.0 mg/mL

3E4 CCD cts

0 CCD cts

3.8E4 CCD cts

0 CCD cts

3500 CCD cts

0 CCD cts

B 3-13 % kR 2 FHGO & "4 §
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34 BRENAMF O F B EN

341 " ERRZ-T AR

FAmEABER AFHORRH G LY R BRF L2 EG 0 BRIE
J&%’?%%&@ﬁiﬂ%&%ﬁw TreiEiE 4-5 kQ/sq o AP E RS
KBRS G B AR 57%0E AR TR RA > LB REAK

EBR% T PMMA 786 - 5 AR R D5 %% PMMA i&m pF > Bt g g

F_&

%ﬁ&ﬁ%ﬁH’%@}M@M%ﬁ’EWSM@ﬁﬁﬁﬁ@J%ﬁ%@EK%
2 FZXR23 0 RBR- e FHARE 550 nm kR K 5 82.40% 0 4@ 3-
17(d)#r5 ©
342 “FERhE-FEE 4

Frgitghs g B RAl2 - AP g FRE L 0.1 M g 4R
RRBRT AT ERGEE L LFL AR ROERE R DS Bf e
MAEE T2 R EERRAES CBRRPEF - S HE AR 550nm i kR
% 9371% > FRIEEY 8-10 kQ/sq o Flpt 5 Tk E hied AR R B SR
AP EE AL R akR T 0.01 Mo e v EE R 2 FF e eniT s 0 8

s —

EEBRRF - ] B 4oB 3-14(c-d)#rm 2 At £ 550 nm 5 % B 98.93% 0

ek

FEIRDJIEE K ETT i AL CHpRR S BRA R o

343 B REEERRIZ

_—

FIr R a ke PO A PP EFERESIHT L > Tk
PMMA 14 » #-2 2> 8% Y ™ 400°Cteg # ch B T (7 3 R4ERRh > B R
PR RARE € R (TR Rk {40 g AP ERER G IR R EE R 500°C ¢ g
BRERWERACT M2 EFECAL Y P2 VA LaFERETHYER
FRERETEFE N THT A S ARk F R 3 REERREDER

$1 8 400°C M FE R EF €3 AR H ¢ o i5d B RARMETS 0 IFLGO > 2



EAA 550 nm gk R A 97.19% 0 F R R FEE X 3-4 kQ/sq ;M od FIRARERS a0
rFHGO &% > H &34 550 nm g kB 5 94.96% > * 5 2 1R E 5 5-6 kQ/sq > F]
A B RAE AR R FLGO EW-E 5 43 kR > &% L F F Apiwfiiz o
Wik E P EFEER 97.43%40 % > Bk A PUCE] 3-15 417 o
Btz 2R R FRATE PR EYERERRZ P TS o B G ot

T A 334 5 AN B R B Rk B T 17 PAOM 2 Hl# h

rFLGO &% s 5 v A1 s B2 W i chFHGO E'E § { Henif kR 2 $T R o

£33 A FRRSERRFAACT P FEFAELE LR P EE o

Methods Transmittance at 550 Sheet resistance (/sq)
nm (%)
57% & #. pk 82.40 4-5k
0.1M mg it 4 93.71 8-10 k
0.01M g it4p 98.93 o
400°C B B 4&%2 97.19 3-4k
(rFLGO)
400°C B B 4&%E2 94.96 5-6 k
(rFHGO)
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(2) (b)

&

(c) (d),,,

951
90
851

80-/::—

———NaBH,

75 e
400 450 500 550 600 650 700 750
Wavelength (nm)

PET

Transmittance (%)

B 3-14 ()4 57%5 e B - 6 2 (D)B R A 6 i3 FABPBY (©)F1% 001 M 4k s

G (FaZ c2 WS LRR -

100-

g 98-/—_‘—
o 961
Q ]
% 90'. —— CVD-graphene
= 88 - FLGO

86' rFHGO

400 450 500 550 600 650 700 750
Wavelength (nm)

#® 3-15CVD % & ~ rFLGO #* rFHGO 2 % & & [ -
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3.5 PEDOT:PSS # %

PEDOT:PSS # ¥ & PEDOT 4 3 ~ & 2 # ¢ 4 » PSS £ §es # it a3k ¢ 45
SoRBR R PSSy g R FEET LA AF 0 d PSS AL f T F A
JI* @ LR TR AT & PSS 3 it %4 ¢ B PSSH v 3 U & PEDOT 4 #
iAo E I R E-E D L F 4 PSSH @ F T PEDOT >t & W o 5B e (4
1 PEDOT 3 %75 15 3k B 96.84% 4] 3-16 #7577 » @ H ¥ T {E 5 300+27 Q/sqe
¢ 22 PEDOT & s3] enigf > L BIFHECAA LT ¢ R FHET A Hd A E
e g ek ke PEDOT & 9enh B 12 % i % PEDOT 4 7% chik B %k & 3 o
# 12 3000 ~ 4000 ~ 5000 2 6000 rpm hig ¢ % # i* PEDOT &% > d @) 3-17(a) %
A3SVHREFRE DR CELLERAAFRS LB ELREPHDLE i
ETRPIEFEERF A F Ko HEFRE 2545075 2 100% PEDOT 3% »
3000 rpm 3¢ T RGN T b AR B R T cc® PEDOT 07 £ - d )
3-17b)2 2 3-5 v #MEFEATRF > LB XLRAPRDLAR L ETREEF
PEDOT % & crdff4vm Hi4v o ¥ & 0 F B 5% > 27X PEDOT £.R3| »+ » 5 H
FH R L BT F a0 § R A & PEDOT #%  § - Lhh i
1A RAFAET N4 o
351 PEDOT & £ 5pmfkiz WA B K 2 L F 245 & F%

d 3 PEDOT % 5 44F A MAET R~ FEFEF LH MK F 2ak
PPAEETERENE R P LG LD CVD 2@ > Flt 1" CVD WA hr &%
#i4 3 PEDOT #0F & 25 347 & 90 0 17 5 34 i #t 2. PEDOTAFLGO & % %

Tt M B & Tﬁ% PV EPFEE IR T LFINEERBET Y B

PEDOT 24 chi T B - H K 7 24 i X B 5 97.44% ¥ RIE & 5 288.42+28.83
Q/sq 5 4oBl 3-18()*F 77 » AF & B2 B XA 5 93.93% 0 £ 4t B RS E ey
TR A A 29291 £2726 Q/sq 0 BT AR L WM E Bk BT G o
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e

352 PEDOT B RF i AT FEH2LAF & e

doatr it E gt WA EE P B¢ ORISR Y R ] F
PERZPENA G FOEE fﬁ“%' s EErL A & % < g0 1.5 mg/mL FLGO /3 i
RAFIEE G 6 0F SIOYSI o # o METIA A G B R EL P D R F A
*oRAR A R SO H AR F) FLGO EACE 1 BORREE B2 B R 0 RS
#w# 2 PEDOT &5t 25345 & F 0o @ 4oB] 3-18(a)¥777 » 2 4F & otk & 550

el

nm 2z FHER 5 93.57% > FRIEE S 371.06 £48.64 Q/sq > FEEor AP i &R

Rt

%22 PEDOT/CVD-graphene 4f & & %F - ~4&igehid kR > ¥ 5 2 LR R -
% PEDOT/FLGO # "¢  # e £ 1 .5 5 1FLGO d f % ch T & % 4
AaRnE, B P EFREF A T F R WHET R 4o CVD THLIF

g g r 5 Kk e o S PR 5 Ao 3-19 91T o

353 i & AW TS

LRI %Y L E§ §Te4 PEDOT 4% 7 § i % fazhst » » 54 b # PEDOT-
PEDOT/CVD-graphene % PEDOT/AFLGO & #2% » j§ B 80°Cevig44 ¢ » ¥l -
ok RAE 100%:0%kR 5 0 87 & E 135 X cnfE TR PR o BRI % 4Bl 3-18(b)
“7 ¥ U4 PEDOT #WE¥ % ccsifse » £ ¥ 2rifp 1 2 d 267.52 +
43.88 Q/sq + 2 T 3456+ 123 Q/sq o @ @ fEAF & WAL PR R T o4 E AR
PEDOT/graphene & "% j&_ 292.91 + 27.26 Q/sq + = & 365.92 + 20.87 Q/sq ;
PEDOT/AFLGO &5 j%_371.06 = 48.64 Q/sq + 2 & 437.26 + 64.57 Q/sq > = —‘ﬁ‘ﬁ’
PEDOT & %gAp it B2 2% 3 7 ]‘,F'_YE”I;K*)E P A g > e A bR 4 <4 PEDOT &
AR T3F % o ¥ he B-PEDOT/AFLGO & %% 1.0 2 & end L8 ™ & % %437 10000
Z oo Bl E AT e R 0 H S k4o B 3-18(c) o 0 S $3rs E F R E
BERO AT APITOERT I RS ENR IS R ETLET AR
FenG RPRE HR € BB oAtk o E T E S T R EAR AR

W HPIE 2 5% 4o® 3-18(d)#7+ » PET ~ CVD-graphene ~ PEDOT/CVD-graphene ~
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PEDOT/AFLGO (1.5 mg/mL)* PEDOT/rFHGO (1.5 mg/mL)2 5% & & A %] & 3.503 ~
3.9954.214~4.841 2 4.117% > 7 MH R PET i & £ g S F R E > Foof
R A RLIE NN R L R R $EIS TS AR I L B2 e
A mEHAEAFEAN 2R N T FnE R B AT 9 ESS - A A
P HEET R A RUITNMUGRIAEHOT RIS ET T
dONAPE YT K N CVD B EGARE N P R EERE A

rFFLGO # b o 4% A eh 2 o g8l % 4187 CVD % & % 3% % B 4p § <9 1FLGO %5

e ® Rk E 0 Fl 4 ¥ 2% PEDOT Wi & % i 7 tFLGO ww 1 { 4
T MGEWR T % f PEDOT 4 ¥ ch# @2 % 300 27 Q/sq > & rFLGO 5 3-4

kQ/sq @ § 3 F A 548 & B2 LIRS 371.06 + 48.64 Q/sq > @ 1FLGO #eh 2
R 0T % 3 g PEDOT 4p 0 éh it 17 it £ PEDOT # ¥ ehat 3] 4 ¢ i 7
rFLGO %} eh % 5 @ @45 & ot {wend e 3 ©> ¥ aplE PR &

Mt MR R RS RS AT T AT A A L ]

St

gy
=H
Fs‘

EERL ST A EimE o - LRI TR F R
dod 3-4 957 0 L 10 pA 2 1 pA g n AR & EE S A ¥ % PEDOT 3%
woil & 4% 0 BFr rFLGO %3 % PEDOT sni#E§ & 4% &7 §l85 > F)p & rFLGO &
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10 pA 89.348 +£10.803 74.290 + 6.211
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Rate Sheet resistance  Transmittance at PEDOT Sheet resistance  Transmittance at
(rpm) (Q/sq) 550nm (%) conc. (%) (Q/sq) 550nm (%)
3000 322.50 +38.64 96.44 +0.19 100 350.23 £ 37.59 96.02 £ 0.29
4000 429.67 £ 57.48 96.55+£0.22 75 864.45 + 92.89 96.75+ 0.32
5000 497.28 £ 55.45 97.03 £0.15 50 2141.07 £ 254.65 97.30 £ 0.19
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