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Abstract

The heat generated by the components of high-tech products is a problem of

increasing importance. Therefore, improving the thermal conductivity of the heat

dissipation material becomes very important. The planar thermal conductivity of

graphene, a typical C-base materials is 5000 W/mK or more. However, this high thermal

conductivity is limited to the two-dimensional plane of graphene. Thus, graphene is not

suitable for application isotropic in thermal interface materials which require isotropic

thermal conductivity. Therefore, the two-dimensional plane of graphene is converted into

a three-dimensional crumpled structure to improve the thermal conductivity.

In this study, three-dimensional wrinkled spheres were synthesized from graphene

by a cold method. X-ray diffraction analysis shows no 2D stacking signal for the sample

of crumpled graphene. Then, the microstructure of the sample was confirmed to be

crumpled spheres by scanning electron microscope. It was further confirmed that the

addition of only 1.5 wt% crumpled spherical graphene improves the thermal conductivity

of pure epoxy resin by a factor of 1.40. It was observed that the high surface area features

of crumpled graphene composite would form clay-like features if just stirred by hand.

After mixing by planet stirrer for 8 hours it can be uniformly mixed then improves the

thermal conductivity of composite by 0.16 times. Such an enhancement was also observe

in thermal grease, crumpled graphene can reduce the heat source temperature from

vii



124.6°C to 96.4°C. At the same time, mixing crumpled graphene and one-dimensional

carbon nanotubes can effectively increase the vertical thermal conductivity to 1.74 times.

Research can contribute to the development of heat-dissipating fillers material in the

future. It has been found that in this study that the thermal conductivity properties are not

directly related to the dispersion of crumpled graphene, and that there may be other

mechanisms that needs to be understood torationalize the enhancement in the thermal

conductivity .

Key word: Thermal conductivity, Graphene, Thermal conductive adhesive, 3-

Dimensional crumpled structure, Cold method process
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Qiuyu Zhang %" 3 B Ff 23R Bren g E 0 P%_JT% = O ;‘;"J:ﬁ‘g‘_
TG A0wt% PFoEACR A S B nke {f,:g‘,ggﬁﬂ‘:iiﬁ B A fkd 0.5 W/mK

FAZ 46WmK #2279 9 & RBE 2 AL AATRS 59 o
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0000,
©®0®
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composite particles

UHMWPE powder
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FoEAN EG R ERFEATEAEFEHE FRINE &6 20 Gk
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AAPRREADOITEFY T EF R s HR Y ,gff,s_gg;gg hi

P4 8 F BFRE R0 6] 5 100:5 pFo 7 et B B AT Glicd B AUE o 43.8
mm*/s $%23 115.8 mm?¥s > £ 4% 7 2,64 B o KA PRS2 T EF L H
WA AT S 274mmYs B Ricg %5 ?&;J"ﬁﬁzﬂ?‘.ﬂﬁ Bp Ltadp, ¥F
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B BERC T ER BB ERET RS o n PR AR % 7
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FEGE R g N R @RAFACAEE S 69 mmYs e @ £ F bl
100:5 FE(M 1-7(c,d)) Byt i % 2 67 - SEM 215 B § BLIRT| 2 5 4 L4 che

2y

D

B EEEG R LSRG ARG R, 21158

F_‘-

3

10
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Jinhong Yu %7 § BIff 5 7 34 Z sh# @ H 7 5 cnh 4L H A H-F 4RIk

BF B RO RS - e AR 2 e (o] 1-8) B F hm Mg o H T
p)

A e R fBEEHRRL PP R EELE R BRI T A M ELE A
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1.3.6 3 EBATE &3}

Jiaxing Huang #7 7 B 5 & * - ﬁ_%ﬁr} WG 2D B EFSBATTE R
she o AREF MR RGFORBR D UARFAFMBEL Sk L Sd P g
B FR B R T e AT BB AL AL MRS BT L
B ? SR BRATR S § T THCL o EAT T B (oW 1-10)
BATESR D BB h o SRR EY FRATE - A TR MEET § RS
A ka2 2k et R B A gcl e LRk BT E R 2 R MES &
A r BEET LR AR DRV RE B FOTRBREEF AT LB
E G ffo LR 2 BT .rz,%"gs! BEFEFRBIRARE > R B OF IR

Cartier Tube Furnace Filter

Ultrasonic Exhaust
atomizer

W 1-10. 3 R84 F % Tﬁiﬁﬁiii EFERE TF J\/g/ﬁ‘i)‘?ﬂj‘rﬁf‘g’_@?/e/&ﬁéﬁfi A4
BATHEME - TR 21 LA NG ’13‘_‘%.':" % e Bt & 2 48 SEM B % o
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1.3.7 B BT T K3

ERHFADOPRE YL Y R - SRl B BTG E G
o REATHAE E e (el 1-11) KR R 3 FR R R
% %i};'a P Ed 2 BEATY 7 &% (Crumpled Graphene Oxide, CGO) » i 7 {
B BALE L Y KGRt E AR MR 2 Sl 2 B 0 ok
¥ B oA o A e SR D R A BB R A A s T g
LA 4 S R D TR AL TR o R A AR R
FA AR ¢ o L AEAFIEAL & 39 MPa s 4 T BT §AEUR 0 B L i
R BRI T AR A s H S G AP AR R

FAFOE R RE 0 A AR GET ] P ST AT R R S i

18R % S #

G |" —

HiRE GO 4 ¥R ! i&&_{n_ : _1_9600 .

I
b -

&R E GO 230k

B 1-11. =GR 2 HA7sk 2 L4 - L8 Yo
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1.3.8 7 & % ## %

2022 £ LG DR R E A LR TRP RIZS Y DM REER L
RABGET ARA TS 2L TEFB e BT B2 GlIFS N2 E B
zwuqé:mzmsw,ﬁm, FLEBSEIECHLED 10um ¢ 2 7B R
o ?« R Fak A EBENY S L FEFRMBRYE AW ITE T S

‘473}:3’_0

_E% i
—EEBRE

A r ‘ ~  abe
P b et il sl P
aq.vu'-ht-[lﬁ--

R e

mmr S

v BRASNSHERS BHFEHE
v EHBEME AB—REDE

W 112, 2 55 % S § 2 W -

(3!'* p https://www.yjhstore-official.com.tw/SalePage/Index/7707308)

16


https://www.yjhstore-official.com.tw/SalePage/Index/7707308
https://www.yjhstore-official.com.tw/SalePage/Index/7707308
https://www.yjhstore-official.com.tw/SalePage/Index/7707308

SR CRERESESEEFL

21 R %% &

1)
2)
3)
4)
5)
6)
7)
8)
9)
10)
11)
12)
13)

14)

15)
16)
17)
18)
19)

20)

Potassium permanganate (iE4£p%47) » KMnOy4 > J.T. Baker » 7722-64-7 » 99.0%
Sulfuric acid (#:f&) » H2SO4 » Aencore » 7664-93-9 > 98%

100 mesh Graphite flake (% & # ) > UniRegion Bio-Tech > 7782-42-5 5 99.9%
Hydrogen peroxide (&% -k) > H2O> » SHOWA > 7722-84-1 » 35%
Bisphenol A epoxy (= A £%5) » g+ iRz 5 Ao &

Imidazole curing agent (% ek B it &]) » rEpE LG A P

TC-5888 # & 4z# F > g B %

AK-100 # & $z# F > Polydimethylsiloxane > . f|§ % 3 *T2 &

FEIGO SHTEGFRFF 2T > C%>95%

Copper foil (4F &) > Cu > Alfa Aesar > 7440-50-8 > 99.8%

Acetone (3 fit) > C3H6O » DuKsan Pure Chemicals » 67-64-1

Hydrochloric acid (# &) » HCI » Honeywell > 7647-01-0 » 37%

TH-15 (= ¢ = f 8 7 /i) » B+ 0l fok i § 22 7

Carbon nanotube, multi-walled ( % &% : # ¥ ) > UniRegion Bio-Tech > 308068-
56-6 > 95+%

Tetrahydrofuran (2 Z *%v&) > C4HgO > Macron Pure Chemicals > 109-99-9
Acetic acid (fig i) > C2H4O2 » ECHO > 64-19-7 > 99.7%

Hexane (& & *%) > C¢His » ECHO > 110-54-3 » 95%

Aniline (¥ "%) » C¢HsNH> » Alfa Aesar » 62-53-3

Triethylene glycol (= 4 f%) » C¢H1404 > Tedia > 112-27-6

Toluene (* %) > C7Hg » ECHO - 108-88-3 » 99.5%

17



21) Methyl alcohol (¥ fi%) » CH30H > Macron Pure Chemicals ° 67-56-1
22) Chloroform (£ @ #% #) » CHCIz » Sigma-Aldrich » 865-49-6 > 99.8%

23) Dimethylformamide (= 7 £ 7 fgh=) » C3H;NO » ECHO » 68-12-2 5 99.8%

18



220 % RE
221 2 F &> EFik =t k3 & (Fourier-transform infrared

spectroscopy attenuated total reflection)

% B AW 5 PerkinElmer > 4] 5L % Spectrum Two 445 4 Bl d 450 cm™ 3
4000 cm™! » & & B ¥ g E'éﬁﬁ’ﬁ 16 =< -
222 # 4 ¥ & F B4t (Scanning electron microscope)

REHM 5 FEL> 2155 InspectF50d - £ pliE 2 4 R R 5 10kV > =

%

F % 500 & 100000 & - #HA7TIkE %F’frv B iF2 5V 0B 10 ul 2 AT IR KR
Ry MFRFFRRRFIFSESY EF R 80C wh Higtk - Sk
Frda 38 T F BABLRGR o

2.2.3X sk g8+ 4 47 ik (X-ray diffraction)

X B R 5 Bruker A]5.% Bruker D2 Phaser - £k 7 4 Ka X-ray ' & iE'J%
Ble 20=5°-40° > BRIpF € Mk s AT B 0B o b o
2.2.4 # & &3 & (Raman spectrometer)

RERR 5 WITec > 3505 Alpha300R & R S8k 20 @ Sk £ X T
532nm > 4LEE B &5 20 B 0 KK 5 600lines/mm o ERIFFE 2 FidF4H D
- GEkF X P A BREEFH 10 ERFTIHN 1 ERH
225 # £ £ 15 & (Thermogravimetric analysis)

& BRM 5 PerkinElmer » 3152 5 TGA 4000 - € p[iE i @ Ru 5 L5 §
AR 55 1°C/min > féi?']i;‘%’.fi%&:]é 30C 2 900C -
226EF 2R E R

% 2 X TR BRA 5 Mettler Toledo » 35 5 MS104TS/00 - % & Bl & %55
dRPRAN AR S R EHREETF THEENE AR E R ) KRB
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BT @IS RA
2.2.7 # 3B A 45 R —P k2 (Light flash apparatus)*S

% ®fW > NETZSCH: 3|5 5 LFA467 HyperFlash » # h ® 1 & £t £ I H
BB Ao B % 2 RR AL FRRERED Ta b A wF L% EELR -
Ba R RIE T b G RIEN RN F B B F T R

RIS HER R K RO L FRRET REARERSERES (03

(

BIE R TP bRk J\f’%ﬁ‘ﬂ‘ﬁ R E

Wi

FE R B nIER o FRIPFFY 12 30T
MR EERER o

RERE: AEFHR&SERIF > AT XK € g TR BT LR SR SRR 33
FHEERARL o BESI RET AL v P B B G it R RIE € R
B BNi e B RE o BERHREFIP LR 2R ERED R F B
L TR R 2 R ERSD RBHMIET U E NSRS ORI

Boo MIPAT S R R R R hE R o

lﬁb
]
s
{w
=
e
B3\
&

BRE R LG T RIS 2R R ERY BT
BRI FEER G RSE AR RS FIR SR IR € R g G
EEFE TN ER S FTREE XD 2 GRITIER PR FHIF BAEF 2

FHRERRLNRST AR RE -
2285FFBA
FRRASERLAPPALER L P LG A BHRME R RE 0 X

B 1I0mL 2 B F c BENT LS AESEF e TRERIIR 200 18
BPIAMAE TP MBASNTE=RAHMHE G ERINEETIRAE -
2.29 ”‘%zfiﬁk\’}’?fi (BET)

BRIV R E TR A X% 240 - REAM S 3FLEX

version 5.02 (733e61b) ’T‘ F S8 K EAED 90°C 648 1 EFLER
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3 O120°C #9F 12 o} pFo SR F P L F A4 10°C -
2210 35~ % 3 B (TEM)

FomplFe~ 2 Poed oLl REFRM - JEOL- 415L 5 JEM-2010 -

BRliEE  AFTRE 200KV &AL R (x=35", y=30"-
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23R % &=

231 PAOM 22 § i* 7 &% (Graphene Oxide, GO) &

%’gv} Ak Ty ¢ PAOM 2 il iFe 5 Lo H# Og B4 R 4 TR
el 5 b 0°C THECRFENGS 1g FEBIHE 10 s F ARD TR
RS 35°C audip? WA 24 [ pF o BEREE ~kip Y Ak 10 A4
T A FTA4er 10mL 2 35 kX 4 r 50mLe#&EF 3~ 85°C W ig4cf 15 A dd»
B RIFR I B kg e Akr 28R A 10mL FF 1 d o A4 D kg T
TEGETRT BE{CRME 500 FA TR
232 MR 22 =B WERF 72 &Y% (Crumpled Reduced
Graphene Oxide, CrGO) &

BAfE Smg/mL F i F &K IR L2 6000rpm KR F BT S

&

T HBRRECEHRY BREFFORLEFIREERA L BRI R T HRE
pETFERRZARITRRE > RAL KR T BT L 2 5% (CGO)» B F
Hefo FARFIERE » 350ce/min & F 0 ¥ BEKEATE L EGER T

AEATERE TR (CrGO)Y ¢

2.3.3 #*g (epoxy) AT #ER Y AT

H LK 3.636 R Ak Fleftra 2 0364 i imidazole B AR e Y
PG O RE o REL B 60 ER AR EEYHRSNEY - B(RRY T
TEGCBAWERT P RG D BRRF T EG) RB RS cRF RS
%ﬁ'ﬁ“%f‘}? (% - B @ 2 500 rpm, p @ #i# 1500 rpm, 60 F) » % - & @ =
#HiE 1400 rpm, p & 1000 rpm, 90 #5 » % = B2 2 #EEgE 1350 rpm, 60 )
xR gge 12 JPESE B RLE D NEEFHL AT FEREY B FA4E
wo AP ELEERL > H- g 170C, 1 )P %S B 120°0C,2 )R B Z B

150C, 1.5 -} > 5w B 0 175C,4 ) BF > %7 B0 200C,4 /) PF o f2 gk
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FEPHHFEL lmmx I mmx LSmm ¥ 12 LFA-467 i {7 8 il -

234 %% FHT

Pe3g P BHF RATHT (AK-1000 BA RAIE A G UL F) £ B
7k 7 £ (0.5%0.63%~0.75% ~ 1.00%) & EGHALand? - [BRE - F
5% (GO)~ @B RF 7 5% (CrGO)~ % & ® R F i 7 &% (Commercial

rGO)] » #4453 1 T ik FATE T 2 BRACRRIR -

23



=% -#j

I

oy
&
*n

30 8ATE & HPFL

3.1.1 # § k3 % (Raman)

Bl 3-1 SEAF F2EHEF R EFILE R T U R ERIE
% 1360 cm™ 22 Dband %2 1580 cm™ 2. Gband % > # ¢ Gband 3 sp? =1
Zoo@m Dband 3 7§ F i A sk gt sp 242 00 gl g R ek 4k Bl
AR MR REF PR TP AR T UERIBATE T B LU
B3 A FIEATE T & H 350-2500 nm £ fe R § i 97.4%% ¢ & 3
Bk S 532nm ¥ ABUTE BRI R B R P ARBUT E B0 Pl E

RE &G k¥ e R TE e AR B AT B RE Y 1,%6 A7 !

gk - R P REIRREARTE D
Crumpled GO

-~
x

S
N’
>
N
o puy

@n

=

>

~—

=

e

1000 1500 2000

Raman shift (cm™)

W 3-1. § 5% (GO) 2 #ATF * £ &% (CGO) 2 Raman 3 ) -
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3.1.2 45 3¥ T+ kg (SEM)

Bl 32 2 @Al BRE P EYE SENEAIL AT RRT TG
BRI REAERE - d B 3-20@) T UERRD A EILZ zn,g%f,:g»};}g_@_ F A HR
B A 0 doR32b) > d ¢ sk FEGT UERP L |

Bk b o @ B 3-2(c) = BATEH BB G BawTkilagige 2 <4595 50-100
Lm’if%%ﬁ*%HH34@’%W%ﬁé@$é§@#’kﬁﬂﬁ@Rﬁﬁ#
eI LR uf#p;?};;;?m ﬁ.ﬂ#p;bﬁ,& mzﬂ@ﬁq\, ‘a;“;[im*f? .
RN T 5% B2 MR B o WP T PGE AT AR 0
) BE A B i R B Ok B ,%_’fp ) e pF blim B 8L A8 3 il R
PEGACREF ML I SFFE L AR AR R R mE

%?olft*%ﬁiwc$—ﬂwo
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W 3-2.(ab) $RF L E5F (GO) % (c.d) #AWERT 7 5% (CGO) « SEM § - (b) »

(d 3 (@ * (c) #re= Fl -
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3.1.3 & > ik = k¥ &% (FTIR-ATR)

#¥F 2 FTIR-ATR $8ATF 75 FHIFRREARZBRERT 7 5%
BEFTARRATRF T AT RERT I F ks Pep LR FTIR-ATR &
W33 42T BEE () §AL (@) FHz#kh 2750-3600 cm?! Bt E
CE &G 2R O-H F a2z U RS (stretching) ;@ (b) %A #E 1750
em! Pl R E LT &% ¢ carbonyl group C=0 i 45 B (c) ®BHL 1600
em! PIEEF B EG Y 2 B B EGH C=C i FARF; () R 1450

DR O-H 2 ® RSB (¢) ®HptEk 1100 cm™ AU GO
2% F F vtk (epoxide)C-O-C W iR b o M ¥ UM §§ I 2 GG K
B  PaAtdEaR o fRREAR L 300 RPFH P EEEE OH it e
¥ ggR s 2750-3600cm™ 2 1450cm™ 2 A o A REFEAR Y A B 600 A
P § VR A AR ehEEACE R0 0 F T 900 BPES - fRenEFACRBELRT]
600 R TT G ooxkF it p &2 s (O-H)~ A (C=0) 2 ki A
(C-O-C) 25T AMER >3 & FTIR Bl# » # 4 ERER L 600 B
£-%OE%&I@WmJﬁﬂkcﬁﬁ%@ﬂ%ﬁ&T%’%ﬂé%&%iﬁﬁ

2 AR §F F A i BRI 2 IR A S g

hol
ol

» Wik FTIR $rde ke iin B 8353 Mo @2 ¥kt

WA R ABREAEABZ 600 RIS ZEF FaAY - F PR SF VR
GRS o X BB AU S R F 6 T Vo i AUBLAPHR AR o B AT Y

9 C-O-C 3 Tl FREAFRH ARG <30 OH F i Ahil R 6 - 38 5

LSAPFFIL 2R ERNE VA PER
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(b)()(d) (e)

I 10 counts

Transmittance (a.u.)

Crumpled rGO 900°C
Crumpled rGO 600°C

Crumpled rGO 300°C
Crumpled GO

—GO

-— 7
4000 3500 3000 2500 2000 1500 1000 500

Wavenumber (cm™)

W 33 2 FBERERDHAAERF 2 5% FTIR-ATR F¥ -
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314 %€ £ 15K (TGA)

d B 3-4 7 UERIE L ﬁflﬂa ETRRFLLEEF A0 d 30°C
2R3 100°C ehi A2 5 Y & G vk dpd 2 @42 0 @ GO 2 Crumpled GO
HERIFA LG L 1LAwWt% 2 8OwWt% o % v iR R s o

© RGOk 2R A 2 FREAZ BT BT OAEL100°C ] 220°C
PladxhE B4 4 > GO 5 29.7wt% @ CrumpledGO 5 26.0wt% @ ¢ € £ 3F
AL PR AR OTF P AR R VP § RS LS F ae N
2 0@ j§_.220°C F| 750°C B 5 & o e A E A E L A RR A - § bR
BEHI 55 A 750°C 3] 900°C B 5 & & Flekamoh chggd g & 0.4 pL
RV @ AR B RTEAET 5 GHT C R EGAL CET R
- S

Lo BEBAnoF T AR ARREY Y P FRGE VR RAARL > &
220°C HE R4 0 § 14 7 5 e 3296 wt% T F| 12,13 wit% o 5 R A i
HERGHEEFEERTAELIRET 20wWt% 0 A P EIAL P LR 3T wt% o A
AP AREARPEI DA RITES B EFF RGO R DE R 2 R
i Y T AR F TR AEP AL F R L REHENTE
3.1.3FTIR-ATR 2z %% > B REY 4T ¢ > OH F it A4p> C-0-C F it 4
LB AR > AT H SRS RS TN ARELSHY 200°C B RIER
THEAL O MERATSHLE A AP LY F1E OH Foa A anuEiip
o R o) o Flot AR WAR gAY o w2 o0 OH Fac A - =0 fE

o

?F

N

AP EE P MBAAR ST EPELE Ve R OL BV L FL 2T

¥
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https://zh.wikipedia.org/wiki/%E7%BE%B0%E5%9F%BA

Weight (%)

100

Crumpled GO

| —GO
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80—-
70
60-
50—-
0-

30

| ' I ' I ! |
200 400 600 800
Temperature (°C)

B 34 5 25F28ATF PR FLBELNTTRH TR FRATER -
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3.1.5 X sk ¥4+ %k (XRD)

Bl 3-5 5 &AM XRD Bl - J BlF 70555 2 &% (GO) ?
Theta = 8.528° § (001) 2 45+ & 57 » xR F 5 5 it ¢ Eﬂﬁ PE Pt B R
fen 4 g3 p Lenk e kil A BEFIER ' &F (0GO) Flz H 3
PERARTRARYARRRETIEETS > TN E B3 ERCH T 2
Theta=25.958° F (002) 2 Sgsf & % § 7 &% S8 MOR ST EARE )3 2 AT E
* # &% (crumpled GO) » ¥ 12 L% | 2 Theta = 8.528° endfsf & 4 &35 & ™ "% o
P R T BT T G R B ﬁﬂiﬁig’i}!"‘fri CIRMELB R TR o
2% XRD B#e* 4P § 85 75 (crumpledrGO) i3 RE R > 2

2 Theta=25958° z 5= 24 » B Ris 2 XRD Bl fiFges 245 &

A BFEI DRSS § B

n)i

2 RBAT B B A AT R 5
FP E iAo d BEVIIFE ARAT F E FIEAATRRAT > R3S E

E

LT P B AL R D] (Ar& crumpled rGO 600°C in solvent then dry) °

iy

IR >

|

- BREAT O L REGREAICTBHEE AR PRET R A
OFAT M T Y A € T A AR A SRR Sy Ve AP T
POH O R R AT R g T Ak a B4 A it ? 6 TS

2 AP e 3D BT E o
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Intensity (a.u.)

crumple rGO 600°C in solvent then dry
e s

crumple rGO 600°C

M o
crumple GO

(002)
rGO
(001) —GO
0 15 20 25 30 35 0 40
2 Theta (Degree)

B 3-5. 7 F a5 HE XRD Bl -
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3.1.6 3= § % R PI3¥ (Tap density)

g7 31 vuEaeR Ry hﬂﬁ\#& %R 5 230 glem’® 4p 50 5B K
% B

A

£7 40 B o AT AR anEE

ToREART RALS FE G o BHARS R L ARE R A i)

TR AR R LA S A Ak bR 4 R Z R R
o (7 LH 3-6)

3L BRFCTEFEABNERF P REY LRI BARS

Sample name Tap density (g/cm?)
rGO 230
Crumpled rGO 5.6

Crumpled GO

rGO
Y

sa

e

pe 1
7.2 mL

1.5 mL

'/_ 7 ) C ‘I__fls cm

40. O mg 3493 mg

W36 Gwdhi 2L 2ERICEEFLEMRRESH
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3.1.7 F 7T MRl

RERKAAcH 37 » BRIHEEYH L 03 mm B2 HRELF U= T

I
GERATILE - Fhd4cdk 32 BRF CFEFZRIZES 73300£5200Q > @
Ry ?“;Jﬁ; 1197+£551 Q - %—?&'{fﬁﬁﬁ?% B RTEE g€ TN 70

N

SR PR S ET s Y E R e R Y

é»kvlb‘_’ﬂﬁbz,_%;~{3f;aj HET ,I}mu:tzk TR > B TIET S o AR

&
)
\
=
=
(md
e
™
.\am
%
D
e

'?’Pf‘r} , 'ﬂ"b;ﬁfglﬁ'ﬁirﬁ 59,60

B 3-7. SrEERIEEER -

F032 PEHREERRES -

Sample name Electric resistance ()
rGO 73300+5200
Crumpled rGO 1197+551
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3.1.8 A R

BAATEFLRASE R o KR G RIRIER  ERAAR B AT A
2B EE o B 3-8 FREES BARMMEEHMERY S 34°Co K 20
it o BATE SEGET S7T°C-om Ry P2 EFE S5°C-2]0 60 BT &
FER KT 68°C M ERE M EF L 66°Ce ANG AT L BT B i
Tog “,fﬁ‘:%ﬂ PEA ez MEATHEM > FILV UREERRER S BIET

1—;,?%610

Crumpled
rGO

20s

60 s

B 3-8. #A47 % ;%_Jfﬁ 2 8hE v % i’fﬁaﬁs%}l IR camera # 1% Hplia % o

% 3-3.IR camera # @ plEE R -

Crumpled rGO rGO

0s 34°C 34°C

20s 57°C 55°C

60 s 68°C 66°C
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3.2 A 4TEE

4T ilfﬁm;@? FP oA A - AN ER PP T AR Y T RS

|

7

Z phF B ER LR JN R EFOSATR RN R o Ao éwﬁrj&gé’i

2 Brendafp < g R 0T MR i Tl A F R T B AN
L FTE eg AR T 0 A EAFLY AU eg TR P o AFLE Y A 4T
PR AR RS BT 0 FIME G R E T Y Z b B E R T O R
Mom FEHRESFIF LM FL AR ST ER A RS L B ERT

k2 g A el

3.2.1 % B Aig ¢ A ETE L

dF 39 25 - BBERF MR EFR A RREMNY REI LA
T A dORAEY R TR TP R R0 AR R AR ¢ o
Lt RS S R BT B B A ORI ¢ o FIE MR BRI 1

2D F &Y% - f8 3D @ATIRM > A Mz AR T gk kg 34 B

322 At & ¢ AL

Bl 3-10(a) & itk & @ E R BRFA G VR IR R SR
Atk @ B 3-10(b) B S e ANAIE2Z BRE B BT 0D L B EE T
BfR5F 24 MES TR ACH o B 3-10(c) 3 7F 4e 58 IR R 2 BATE R

FUERPEF PHUARSERIELS - BRI IIIIHRSE LG LR PhE R

PR RRERF E B FIE B R EE o F T S O B A
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atked 0 2 g7 - BRI PR EYOBENER L o
3.2.3 B &Y A AL

B 3-11 ZEAE 5% &7 FAAY SACRFOR T - LR RRSRE (4B
3-11(b)) » ¥ BB T G BAY CRFARTRFE BT EYTT UER
FEBRIBZ N2 I > TR ] ) FaTEE R (S 0 4o Hexane ~ Toulene ~ H,O ~
MeOH ~ Chloroform %% #|® eh 7 &~ ﬁ gLmE > AANBRE YRS - *® 19,
RSB RARER G TSR AE R B AT R o T At Rk R AR
LB (4@ 3-11(a)) > #F MK F A BT = Aceticacid ~ Aniline ~ Toulene ~ MeOH ~
Chloroform ~ Acetone ~ EtOH % 3 /2 &% W A&/ T HI53 ch2 & > H A R P A
Felhtp e £ o BT E 1 ) PR RIER > 4T Aceticacid ~ Aniline ~ Acetone
BA I LR G > BRI BT IR RN

BATE EFHEWRR AT E BRI IBAGR - BETREE T FR A

o

Fk

RATZ SRR MY 2 A4k o £ %’Iﬁim%f#‘f‘ Aniline &% .“‘g;‘{ﬁ/»\%'{'l’i

SR ER AR R I AR

rGO (Non-Crumpled) Crumpled rGO

W 39 B=s-&BRETEPEFAIOBBMY 285 B SHBAAERF L F G A

B AT 2k o
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(2)

(bi (¢)
|l cm

-10. N g % o 7 s 2 Bk P-BR R :}L"fJ LR i S FIY 2 R ;
W 310, (a) 50 Mm@t B2y (b) f- SBRT B EGAFOU BRI LB

(© BAERF I 7 BFAFOHT B F LB

b= B

(5] =

Sy o s = £ ¢
. £ 5 E £33 5 § =z
T S £ E Q BT T 2 8 = @
= < = < T = =~ O < A &

Ll T 1T B
CWEN
' S o 1h

W 3-11. 7 kR AT E 54 A7 P B503 # ¢ 2 $0R13 (2) 0.3 mg/mL (b) 0.03 mg/mL -
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3.3 M (iR
3.3.1 # ¥ 4 ##2_ (Thermal conductivity)

B £ # Crumpled rGO, rGO, Commercial tGO 4 %|4c » %5 7 > (5 d  LFA-467
TR REBBEF L e o FRAoR 3120 ARG e ERT RGO
(Epoxy blank) # # i 3 %4 0.161+0.005 W/mK » 22 % 2 fei2 % - & % 0.16
W/mK 62 » @ 4 » 1GO z_ # 8 fa#ic i 0.172£0.006 W/mK » % 7+ Crumpled rGO
2 FE AES 0.220£0.009 W/mK o 2577 5 A E T HR o Ft e 2 B B R
hi itz “;’fp (Commercial rtGO) 2 & {7+t o fp 3t — e rGO > 7 & rGO #
d R SFEIEIAIBRRINAER SN, G 0 L A HBE RE
0.184+0.006 W/mK ° 4@ 3-10(c) F] CrGO £ } BB iR S 11 » 7l aptr
ARt BEd S5 hehR2 d o Ra rGO € 3 A BR. (B 3-10(b)) > & 2
epoxy 3R & > Flt NIRHGR 2 ¢ MBS % o A BT BAARHOSE # 2
Bt RERARY LR 4 rd e o VO AE AT RN o E 24 7 it
BRI A G oel il A R AR E RS - R RF T BRI

FlEautdy s A BEGHREP D o
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e

%Y

n
L

o]e

0.15

Thermal conductivity (W/mK)

0.10
Epoxy rGO Crumpled Commercial

blank rGO rGO

W 3-12. e ? RAAFRMEZ Al RSB G REbk® - 27 2R S HBZ R BIR

RIFRS o B 2 = BlA T F B BRREZE ST
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332 k&R R Y

TR ATE HAT T B BB O 2 4 A 0 R A B Tt

A2 R e FEA RN G R - B AR R BRI

i * -k B is end) G (Cross-section) 2 BLiR|> fe d >t 24 T A B ZERM

i = & Cross-section } & ;%

% 4 BRI R

ERENREE Y ABRARMESRAET RS HE2

—JFli I 3T z’u»-‘f"ml"\ o FIpLAE R L R R

k

PENN

¥ 534780 P T U RBEA S G -

B 3-13(a) = Afaz @

=

FEERES S L

e
=
[

2 %—,ﬁ/ﬁhwif£63_65°

34

Bl 3-13(b)) > ¢ F M & T

3-13(c) & F A BATE 5F 2

P& bt h AL 85 SEM W0 T ord RRHER
EA RS, P EERREFRREY s BT g % S
BHETH G P INER 12 BER R BRI (e

i F &% Dband 2 Gband FELIIR & F 5 I/ H

2tk kA 2 7 6 SEM B 0 € 3 Rt 974

ﬁ£¢%#w1m£ﬁ&k SRS $F BE T BRASAML L 20

NS RIS - E R S - Rk

P TSP 12 BERE AR kG

F_L

KPR (B 3-13(d) » B HEFTWEBR DR P FET FEY R 1360cm™ 2. D

band * 1580cm™ 2. Gband - s #Ap T 7 Fl 2 BT 525 A 3t an @ ¥

REBEH G A TR F L § 7 hEREET UG ogkE s ARGk

FHERER XL R - E YA GO RS 208 AN SEM Bl (e

3-13(e)) » B R % -

R TR oo H FlE - @;}&%ﬁg;ﬂag P e

R o X0 R 3-13() 8 R ERER 12 BRI E P52

B o
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@ Epoxy Blank (b) [tz s s — o

Intensity (a.u.)

T
1000 1500 2000
.

position 1—— position 4 position 7 position 10
position 2 position 5 position 8 position 11
position 3 position 6 position 9 position 12

Intensity (a.u.)

/&J\\Nv
= —

1000 |5'0l] 2000
Raman shift (cm™)

position 1 position 4 position 7 position 10
position 2 position 5 position 8 position 11
position 3 position 6 position 9 position 12

Intensity (a.u.)

1000 15100 2000
Raman shift (cm™)

W 3-13. (a) #1573 % &4 2% SEM %74 6 (b) #950 54 kA 44 6 "l 12 B
BLip T R RPGERE (0 7 BT EY AT SA A SEM ¥/ 6 (d) 77 HAT
TR EL R G R 12 BREFRE EERAREE © FF - KEEYG
2t s kR SEM G (D 77 - P B R Sk B A G R 12 B

BLE(TP 8 KB RPIREES o 8 PR TR T o
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33372 F § BT Z & FH B ERIR
BULRIFEIRERT AT BREEGHRBEORE (0B 3-14) -
EFFES Owth PFo BB EAEL 0161 WmK - 5% 7 £ a3 = 7] 0.75
Wt% > # G G feshi < 3 0.168W/mK e § 78 5 LSwit% P RO ¥R
AIFIE 0220 WmK » 8- #HH#-2 5% 7 &A1 3wt PR RBBEREF o

TS 0.188W/mKe £ #2 3 45wt% PR B E G F 2 2 0212W/mK -

AR R SRS T TR A - AR R R ARBE g 0T
Lbﬁi‘go

0.24

-=

N~

[
1

0.18

0.15 -+

Thermal conductivity (W/mK)

0.12 -

0% 0.75% 1.5% 3% 4.5%
CrGO content (wt%)

W 3-14. 7R EBRTEYHBEN D 2 BB H i
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1.5 wt% CrGO 3.0 wt% CrGO

B 3-15. 7 F 7 TR E S RUME - AT LR
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334G HB ML EATE LR O ERRS

SRR E 333 ¢ FIALRIER CTA S M B AdcE O T s [P AT

~
<
‘—.-)\"

gt 35‘%;'1”7‘,"]‘ v AR AL RAEL VR o Bk Aol 3-16 0 SBRRER HiR 4

B FHATEFIERAF O ABE G RS oMY BEDRE
$0gcs 0161 WmK > @ 0.75 Wi%HAT 7 & i be th 0 @ F TS 0.186
WmK> 4 28#2 3 15wt% #@E &% VA H2 3 0.191WmK> #-37 &
23 3.0wt% RIG 0206 WmK » £ (5 #-7 Bt D 45wt% #88 hder i
7 0.222W/mK o §d ptF B F M 4o B (TN T 0L e B E RS AR AR
- BAYELDFF -

FRr g ey R i 1.5wi% 287 0 &gt e i A2 OB G
0.220 W/mK » i 43 #RI 855 0.191 W/mK » 1345 % fibdp 1> doif 4073 B0 TR § Mt
CRAE S 2 8 oV SLENSINR LR AN E SV L A A N
&%g%&ﬁ@%ﬁ&T%““o

0.24

s 2
2
~1
1 N

I

0% 0.75% 1.5% 3% 4.5%

Thermal conductivity (W/mK)
s 2 = 2 = 2
i i [ o 3 3
(=~} o ] i (] w
1 1 1 1 1 1
—_—

)
(=)
PR

e
—
th

Graphene content (Wt%)

B 3-16. 3 F ¢ £ E 52 # 0 8 GHFIGE 5 403 H) -
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335 B RRBIE BHFHOEN R

AR EP R AR /LT CIR R AT 2 R AR R R A T Y

Lt AR RE- TSNS RS0 SRR 3% BT L

I

o e R L S Ao@] 3-17 0 PR A 210 A 42 T B RS
B £ £ gl

Q

r IR

Py

b
1240 A BAGBRWEEGORRE L > R ARERE
FEomdr Ak Ry o IR IE 480 2T P Fand ,é;{lj'ax/%;éﬁqﬁj\:& .

s

4

5 R E 5 A PR RE S HE R 50 PEARR I o F 20 s 1 e

H303 M40 AH Y 0 T RER T (0B 3-18)% ¢

PR A B RGN R B AR R o 3190 S RER B

fdics 0.161+0.005 W/mK 7 ¥ & B 445 50 5 0.257+0.018 W/mK » &353

BALOHAT o BB GRS Bl B AP B A e - T W TR
BEN R, §FEIReI T RATZEL
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B 3-17. 75 NP Rfr2 3wit% Mtk &7 BIFEPERF T 2 LE R Y - 4 (2) 30 min, (b)
60 min, (¢)90 min, (d)120 min, (¢)150 min, (f)180 min, (g)210 min, (h)240 min, (1)270 min, (j)300 min,

(k)330 min, (1)360 min, (m) 390 min, (n)420 min, (0)450 min, (p) 480 min °
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70

60

Mixing time (s)

30

20

10

Simulation
® FExperiment

0.00 0.02 0.04 0.06 0.08 0.10
Viscosity (Pa.s)

W 3-18. 7 Fig4Lpr e drk B T

1=

)

7]
1

0.20

Thermal conductivity (W/mK)

0.15

1

® 3-19.

T r
Blank sample Hand mixed composite Machine mixed composite

B ABAT ERY FESEPPIDT 2 BB FDEALRF -
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3.4 FHAHE

34.1 %”g“fm.)ilﬂvé"iﬁ

_S‘“‘k

Bl 320 e T HEAEE TRE BT R ARERTAERE (1.6A,4V,
6.4W) s * SRR H A P A4 A2 A o X IS A4S L LS B4
P e  F AR TR € EZ ‘%f#‘m& v TR AR E & R TR T S A
Tl A AT o I B 3k AR S BURATA S 2 BN 6 5 RSB
FHEN N P BRI iR 1%“gd FCBE T 2B Ao g K
FRFIZF P B ARERIEIEARET S 4pih2 P B gl R Bk SR RN
A% 15,4 ;If,g\,fﬁ%;(fgg%ﬁ&? ARG RO R g e P o d QLR R en
FBEM ARG o F 2ok R AR ISARE 0 ﬁ%ﬁ#i%@?fi%ﬁﬂ%@ B AT >

%E"/ ;:;L’-§1LI}E,§£LIH ré’ F 'giﬁ»c’

Heat sink
Cu Foil
Sample ——— Temperature
Cu Foil —————— detection point
Z
Heat source
Power supply

W 3-20. £ 45 ML REEER T AW
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342 FATRIETRE RS

B 3-21(a) 2 F W o E 3 RACRE LRGN Z itR T RS 7 u:F:] 4 B

_P#E;?Fﬁ)\ﬁa‘?gg}ﬁz;? P EFLABRTEF R bR > HpEd d R A E
REFh A THER ZAGEG T FRFRom P PR Jaﬂ]‘ﬁ%dﬂ;,ﬁ/*
1 2 ﬁ};’quswzﬂifﬁ FEEAPLFE 2R FPFTHERS S > TP AF T

32 ¢ BRhE i zﬂyé.{%;g,:}:ié_;s_{ v oa—r#gmg‘;g]gf;\—;; eBRRF zﬂ&.{.ﬁ,

FORBRIE G S EF R bR A RF L ERAF S5 kil R L
TOLFERG AT 1% P g IAeAR RO T LRI H TR A

P AL FEER B ARERPIFEE R

Bl 321(b) Bl 5 & % % & 341 2 $c8ES PR F 3-21(a) 2 5o B+ 2
A7 0 R &ACE T RIGE (Blank thermal paste) > 8 & = 102.1°C- %% 5 3| rGO
Wl 2 4T F (1GOPaste) chpli2 g% ¥ UERI W ERRF P EF AL FE
B HR S PR R LT D0 1012°C X2 2 EF R h Rk A
ARG RGPS o LR F BT B ORE T (Crumpled 1GO
Paste) %fi;‘]t*‘cfé_@fﬁ% 05wt% P> HER T 357 993°Ce- iR S%HF 7 B
BEGART GRS RBRR L g F R RS0 06340751 wit
P AR GTE R B AT U T] 96.4°CH ApET R 6 ik &RlE M T 57°Ce 2 E |
T & F R e % (Commercial rGO Paste) 4p+-fie » 82585 & B R § IV 7
L4 fﬁ v '/":i—a‘f‘]‘*‘\: T damERTE > H A Iwi% /,’]‘4\21552 R €y
Plenge s e gt~ Twtho BB Mo ¥ BB RF B R R A
BEBFERSAI Ny cE R Y FEREDINLT > FEF T F LR

AEF AL RS LA T AR Dk

kll

S AP P 8 M X it (Benchmark paste, TC-5888) £ % it (7
FHEFRPEFREER L 99.3°C *""E_\?ﬁﬁ‘}'“‘ v 0.5% HAT R Ry
TEGLHBEE A -
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0.5%  0.63% 0.75% 1.00%

Crumpled :
< UG @
Paste
rGO
Paste

Commercial
rGO
Paste

(b)

102 4 Blank Thermal paste — . < 102.1°C

99.3°C

Temperature (°C)

[—*—rGO
—*— Crumpled rGO

96.4°C
—v— Commercnal rGO
926 T T T T T T

0 5 0 6 0 7 0.8 0.9 1.0

Graphene content (wt%)

B 3-21.(a) 2 FREGAHEUTZE A5 HERY (b) % XERRFIZHABERRS S -
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3.5 BATF 5 F MR L

MR EEE T LU R E PR Y £2 TF SIELS 3¢
E"ﬁw% °
351 47 % ,!’;__Jﬂﬁ; TER Y

% 34 Z&Rhi }v&{fpu z @garB R }"‘gi")"fﬁi BET ' # & 4 ] 2.5
Sod BE @Y GEAPRRTER OGERATIE L L EF A LG A
B ed 1GO i 42.9089 m*/g % |7 CrumpledrGO #h 226.3322m%/g > 5 & #
153 Bt R G RS AR RN RER 0 F RG] 5 PPHA LAy
1 PR A S - B30 df S 4 BB E B Y  hik b B b

//Jv

LA

4

HRREE I

W

% 3-4. &ﬁgl"?%_'ﬁ&ﬁﬁp:ﬁ/ﬁiﬂ Z’E«‘;J"{%—iniﬁlfﬁ.ﬁ%% .

Sample name Surface area (m?%/g)
rGO 42.9089
Crumpled rGO 226.3322
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B3 AR
BATFE Y R AR DR RS DT T udEd SRR KR
# (Multi-Wall Carbon nanotube, MWCNT)ef— @342 31 f - R i MR » 35k enz
B @A R RS RO E e Tl Bt g Y e B iR BT E B

B AL S REA KRLE IR F YA KA Mk DB 4 A4 A ST E

—=\

S fiE- kA A E Gk

3.6.1 5 BEA K RE Al

FARME AR BRF P FRESE AR RE A0 o B

LAm gty PG @I&Z«; r/;ﬁ‘d L A W Mft'g 73,74, ﬁgéﬁi%/}ﬁ
Tﬂgﬂﬁ — AT T - B AL RGR T A HTP R o

d TR 322 VO RBRIEATERT L 7 5 (CrGO) fdd AF 40 4
s> T AFOTIEA A o X AE- P APRRERT P A B
BLATI K 380 RdRm o mm A EFR AL A E S o a5 A
F

AACEIFW AR ORFABRT R LLE BRI FERGE- B

+

PETS > f 2R BT 2 BB RN R A N Rl B T e AT RS
E"l\? R DY RS - KPR € P i tE I AR TP 4 T IR
dRBREARIEF > AA G AMERIE AL Fr o

AR Tl ’ﬁr%ﬁﬁe;q‘ﬁﬁﬁ RE 3 ﬁiiy\?ﬁ

BH et GIR 3% i R

B3 RFB R I A FONH B e » AR A SRR K S AR AR RS
THERF l\?g HEINEATE L ?;L o

d Bl 3-23(d) Al BEA N E AR EPRIZZRIRT 6 FREL- A
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B35 enh e Bl 3-23(e) A BT EF2L A SEM R (PR HRE A d F
3-23(a) W OMEEIIE BATE B E PR KA E 2 B S 19 PER T ER K
A REE D FREL- Ao A d B 3230) T OUERE BT EGE 5 BEE A
BBV G 55 P DARABRBRIRE BRSO cHF L 5B 3-23(c) ¥ BAKRT
BF SREAGKAE B S 9 P T U E ALY ORRIR A L EET o d
3-23(0) 7 50T F MMCAT v LA A MR A OB E B
d G o ffd P RET E S AT BT LE R A FORIF e 2 K RE A AR
CIRERR L i T

RSB ETRC A RE R SRR AT E 68 TR A
FESEOTAHP o fedodk G FEY T C T & TF 7R }}%ﬁj: ﬁ'a‘.%&‘{fﬁ%‘ 45 X

AP ehz EATIHR T & 0 307 L FT B RCE 44O BRI o
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Ti CrGO:MWCNT
ime

1:0 9:1 5:5
=3 .,-- Jy- ] - —

0 hour

1 hour

2 hour

3 hour

~ N

W 322, SR RF N FRFE SEEE KA IR Rt GRS b~ Y A HCHRGER Y o d

2@ % CrGO:MWOCNT 2 # Bt G4 B3 1:0~ 91~ 5:5~1:9~ 0:1 o (%74 Rl % & 3 mL iFp

EX

Fied 1mg B
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Bl 3-23. MWCNT : Crumpled rGO £ & '* &] =(a) 9:1 (b) 5:5(c) 1:9(d) 1:0 (e) 0:1 2. SEM B (f)
MWCNT : Crumpled rGO 2. £ £+ 5 109 22 TN T 5 AL > B 58T g3 6™ &

WEBGH SRR AT L LA i -
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3.6.2 AT % é_"\ﬁfﬁ RBIEZARELAGERE

A PR SRR ¢ LS W% BATE B Y e 110 S S e
SHRE HED S M ARRT R PR AR (- ARABBE
3-24 ¥ BPh 7 9 k% (Epoxyblank) z_#ti# & % #c 0.161+£0.005 W/mK » & 7t i
#F &Y% (Crumpled rGO) 2 # 3 s 0.22040.009 W/mK - fird 384 3 ik =& -
AP M (Crumpled rGO + MWCNT) A g A @+ 2 1 0.280+0.010
W/mK o ¥ ¥ 4ok %k 4 5 B2 7})&!‘\? (MWCNT) # & & 28 5 0.169+£0.005

W/mK > ¥ & 7 BE# 2 o

~ 0.30
~
=
~
E 0.25 -
o)
=
=
> 0.20 -
-
=
=]
© 0.15 =
<
=
o
= 0.10
= Epoxy  Crumpled Crumpled MWCNT
blank rGO rGO
+
MWCNT

m344%Fﬁﬁﬂﬁﬁ%ﬁ%@i%@%ﬁ&ﬁ%ﬁ°
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3T BREEFLARR
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