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Abstract ;

tionalized graphene oxide/polyimide nanocomposites were prepared by an in-situ polymerization method using 4 ,4-diaminodiphenyl

Fluorine-functionalized graphene oxide was obtained by reacting pentafluoroaniline with graphene oxide. Fluorine-func-

ether and pyromellitic dianhydride as the monomers and N, N-dimethylacetamide as the dispersing solvent. The dielectric constant
and mechanical properties of the nanocomposites were investigated. Results indicate that when the fluorine-functionalized graphene
oxide content is increased from O to 2 wt% , the dielectric constant of the nanocomposite decreases from 3. 61 to 2.8 and the tensile
strength increases from 11.75 to 14.2 MPa.

Key words: Graphene oxide; Polyimide; Composite; Dielectric properties; Mechanical properties

Foundation item ;Natural Science Foundation of Inner Mongolia Autonomous Region (2018LH05020, 2018LH02003 ).

Corresponding author. LI Ya-nan, Lecturer, Master. E-mail. ynli2014@ 126. com

1 W5

7 BB TR SR L sp® i Ab A% 12 1 20 B T
JEAT B R (1 2k 56 A fi A R LA R
0 B HURDEEPERE , 1047 [T 1 TPa, Wi Z4se
Ji 35 130 GPa, Wi 24 K 5 2 25% FI 5 % 3k
5000 W/m-K&" 0 5f HARS GBS/ BAWE
A WREAT LATE I Ft 25 0 | I A 4 ok s B 1 %
W i R A £ 4B R R B A T 6 T R
BRI B RS A R i
HAETEPIA A8, — 2 850 B 2 B TE - A E
P R )2 1A AR B B A A s — R BB A
o= TS A B S RE W Z A TERSS 1Y
GRUTHTAR ELAE T, 3 LA S BT SR 0 o B 5 P e ) A

SRS, B T S bR RN T o A
SRR AT OV R — AR e SRR G
HICPE R SR T S8R B A Rk AR o U T I RE AL
et 56 (F-GO) Hhk Jt 1~ LASEAN 8 1) J7 AR &5 F
BRI AR SO TRRIA R A
LA 23 O A 5 i AR AR R, R S F-GO Ay
C—F HHAREERNAL R, il A F-GO ZHTHES
WIS A RPRMO T SRR

RBEI L (Polyimide, fiFK PL) 2 FHE b1 A7 It
WA — Al W, B DS i B R R S
RE, (T HAR A R A WA 0™ 12 BB TS AR |
PR L P AR (B AR R A RO
3.5, A AE W A B R HL I AN AL T g R A R Y 2L
SR, Rt EGE PL A HPERE , B



- 770 - B M

w MR

535 4

AR — AR A Bk BE SR G W G ARG 1k A4
kt, EHUE%LJJLJ PTEPA R A8 I 5 HORL 7, W
N MEE. &R TR T WA KE, A=

LT g — RO HAT AR PR RE Y PL IS
HLB R
ARSI GO KA AL M s GO Ly

RN T IR v ) B e A AN LS, 3 T
SR T D RE AL 1 AL 41 880 (F-GO) . K F-
GO 4,4~ JHie KL TR RN 2R Y R R SR FH B A7
BT RARAFEREL R A F-GO/PL £ A& 4 kL. it
— &5 E‘J%%?H‘H‘Iﬂ']iiﬁ,ﬁ?%ﬂﬁtﬁiﬁ*ﬂr E-GO %} PI 1
SESR AL A VEREF ) 2 MERE RS

2 e

2.1 F-GO W#l&

ek ) Hummers 35 i % GO SR 5
FATH GO B IR (5 mg - mL”",56 mL) , ff GO 5
20riE 8 2,3,4,5,6- R (3 2,0.016 mol)
FI N, N-— H B H it e (DMF, 200 mL) it A £] GO

GO

100~115°C & 4 h
e

Washing and dry

DMF+H,0

:C .:O .:F

1 wit% 2 wit%

énN

BTRWCR IFAE 100 ~ 115 CRIME AR Y 24 h,
BHRAFAE 9 000 r/min T HTGK LB L 4 1K,
BR 20 min, SR HH R ZE18/K (5 ~ 20 mL ) ¥ &5
RFE 9 000 r/min FES.L 4 WK, B YK 20 min, HEE
PP B e Y T S R R TR
5irh 24 h 193] F-GO,,

2.2 F-GO/Pl E&#MHEIHIHI&

FElh N R 4,4- TR R (1.0 g,0.005 mol )
AP 43O 100 mL N N-ZHUIE 2 Wik v, ff o6 4
VRIS A F-GO(20.9 41.8 62.7.83.6.104.5
mg) FF A 2 h B, SR E 4 WU A 25
PR 1 (1.09 g,0.005 mol) , J-# IR & %%Eé/a
THERE 24 h BEAT R A, Gl 1S R B R IR . AR
Joi B B WM R VA AR AR L o I A B, 4
W6 B A T W i AR AR P 150 °C,1 h;250 C,
1 h;350 C,1 h;450 C,1 h, W Hefb 5l 4835 B i i
FERBE TR 5 min, 5 A AR 28 2 1w
2,00 F - GO/PL &AM BRI, A LI 1,

@H

3wit% 4wt¥% Swit%

Kl 1 F-GO/PI &AM MR B
Fig. 1 F-GO/PI compositesynthesis diagram.

2.3 FIESWIK

LT AN 6 ( FTIR ) 43 #7 3% FH Perkin El-mer [
FTIR-N3896 U {s B -2 SR H A% o B il 45 74 2R
bruker it DS-Advance I X 5 & fi7 5§ 1L ( XRD) 3
fE, FHTERE R 5 ~50 T, X i FHEE (XPS)
3R 1 ESCApHI1600 &I X 5kl e T RE AL
FIM BT R AT A ORI 5 R A Hitachi
S4800 737 & A LR (SEM) BEA TSR . #4725

MR 255 B SDT Q600 43 Hr A i 2% Hi I
JE(TGA) @AY, THERHE 10 C/min, /pHLH
BCR F Angilentd294 A B FH 5T 73 B AL D &, 75
BEGTRE b LT FRTET 4300 A T I A B 4 Sl AR
21 mm WRAE., f=MgeE T SANS CMT-8102
RUF AR 5 AL A7 I £, B AR S 5 mm/min,
FE A A R T R RN |l Y JC2000CT 74 A 422
S A D S, KT Ry K



5 6 1]

TRERG 45 . DhBe A S8/ R I A2 A A RN il 25 5 TR fE - 771 -

3 #R51he

& 2k F-GO 4l PI f15 wt% F-GO/PI &4 #f
HH FTIR Fl XRD &[5, & 2 (a) i F-GO Ay i1 £k
LA 16221230 Fi11 084 cm™ 435 C=C ik
SRR S . C—N B da iR sh A ki Al C—F fif
AEPRBNFRAE NG | [Ny BB 2 TR A7 AE (20 & R
BRI 4R shidats . 280 GO 52,3,4,5,6- 19K
A e R R A A O B B C—N 4 F Ji 5
JRIHERAE GO | [RI el Ab R i i e St FH 25 B
T GO Lry&hor & AE Rel , i 1 19 L0 - St
— AR BN B, TR R T A A S B AR Oy sp® Z
6127 PLAIZRAE 1 778 em™ (| C=0 KX 4R
) .1 715 em™ ( C=0 XtFM4EdRsh) .1 375 cm”
(C—N %4 5h) 1742 ecm™ ( C=0 5 fhiEsh)
B A R AE % i 0, TR B 1660 cm”!

A (=)
‘"h-“"‘*l“ ffn Jr"‘ﬁl f—'f".,_l‘h\ *l'lh 'N
¥

g [ vy X F-GO
o 4 L L i 4 x

g 1800 1400 1200 1000 800 60

0] “u,

L L
£ &5 Pl =@
E
w
=
(1]

s
-

5% F-GOIPI mw
| 1 | L 1 | L

P . .
4000 3500 3000 2500 2000 1500 1000 500
Wavenumber (cm)

F-GO il 5 wt% F-GO/Pl & &M kMK X G128
HLFBEIG UL 3. 7EI8 3 (a) 1 F-GO ik -, 7F
284. 08 ,400. 08 ,532. 08 1 688. 08 eV 45 i #i
C1s N 1s.0 1s fil F 1s &, 7E[& 3 (b) tf F-GO fi
CIsSFEER84.1%,0 1s &84 12.3% ,N 1s
FR1.0% F 1s S8 2. 5% , R 1AL AR I
EL4 A E GO £, K 3(a)d 5 wt% F-GO/
PI ({2t I, 7E AR R 07 & HBLRN F-GO IR g, 1&]
3(b)H 5 wt% F-GO/PIfJ C 15,0 1s N 1s fl F 1s
SRR T1. 4% 22.6% 5.9 % f10. 1% , 30
F-GO x| PI #1118 J5 , 72 F-GO/PI & & # B 4>
TR BBy F 1s 1 H F-GO/PL & & 41
L O 1s WA N 1s W5 B4 B3GR T 10. 3%
4.9% ,iXj& i T F-GO Y5 PI i@ i 34 8 & 43 - 1]
YEF 1854 8] AR C—N SR04 & AU e A BT
WA . hTFune F-GO & it/b, 5] AMC-F

( C=0 {3 ) B30T 1t i Fr) A5 o % WA A 3% 2K i
WS e A 2 B2 HE 47 e 5e 4. ] 2(b) i F-GO 7E
260 =21.3°KbHBL T IR (002) iy T B9 77 e , 37 5
W5 5, DR S S B I 7 1) A P E AR 22, TRk
AR Ny IE AN B BRI )2 A 2 RIE R D
A5 /N AR % Bragg J7 R 445 01 F-GO (14 J2 i B
0.4 nm, 4 PI 7F 26 = 18. 7° kb H3 30 H ARG A AYRRAE
W, LA S I i, 8 P S8 T I e T LA — S Y 4%
A E PLASH A 24 7T (N, O) FIZEFR, FEAR
TS F LA I BRI, S B 4% e
FIRTIEASFE Y . 16 5 wi% F-GO/PI & & kKl
PI JIr % i i e [a] 45 #% 2l 8] 20 = 19. 8°, & K2l F-GO
15 1AM PL A3 45 H R B EUR . 454 FTIR A1
XRD i [&] 5] F-GO/PI & &4kl shfil 4 o

Intensity (a.u.)

26 (%)
&2 (a) F-GO.PI fi15% F-GO/PI f#j FTIR Y%Kl ; (b) F-GO PI #115% F-GO/PI ft) XRD %]
Fig. 2 (a) FTIR spectra of F-GO, PI and 5% F-GO/PI; (b)XRD pattern of F-GO, PI and 5% F-GO/PIL.

S/ DL F LIs (& 50 0. 1% . XPS HHF5E4s
5 FTIR H1 XRD %[/ rdh R—3%

K FH SEM M%< F-GO \P1.2 wt% F - GO/P1 &
SRS wt% F-GO/PL & 441 i 24 1 1 Ui
TESLE 4, FTLLE H F-GO 26 9 H B 55 1 %8 4
FABAY 22 DA RE AR 2 AR E5 4 . 4l P pd Ik v
¥, H Y F-GO $ e, F-GO/PI Wi i A8 75 57 fi Al
B, A1 B KN — Rk, RIS E Rk 9
JEI B KN AS TR /NS B, 2% F-GO &4 4
BERARY D, 803451 55% F-GO 5 & MRk il
R & RERRMG G %, S RAEZL, X
FPER G B SR R < 1) e il T U T I g ik £ 5
W LA R R S S Y 52) MR fL R
AT 07 O BRGNS, AR SR e v A R A 2
23 R B IS Sy B ., 3 B 58 g Bl o o 52 45 AR
2 R AV RS A SRR BE A RS



<772 - oM ok MK 5535 &
90
F-GO B (I F-GO (b)
o (@ 80T 7772 5% F-GOIPI
s O1s 70}
o N1s F1s — 80
w 2 L
s Z 50
2 8 B
2 | 5%F-GO/PI - = 40
S (&
£ Cis 30
201
10 || [
1 1 i 1 1 1 i 1 i 1 M 1 1 1 i 0 E i Al i V//A Mianianin ]
0O 100 200 300 400 500 600 700 @800 o] N F
Binding energy (V) Element
&3 (a) F-GO f15% F-GO/PI [#j XPS 4xjk; (b) F-GO f15% F-GO/PI 1 C.O N il F (& i
Fig. 3 (a)The survey curves of F-GO and 5% F-GO/PI; (b) The content of C, O, N and F in F-GO and 5% F-GO/PL

Fig. 4

100
90
80

70

Weight (%)

60
50

40

L L L B L L L B B B L R L

[ 4 (a)F-GO, (b) PI, (¢)2% F-GO/PLE 45k (d) 5% F-GO/PL G4 M FHET 2L H ) SO0 I 55
(a) F-GO, (b) PI, (c¢)2% F-GO/PI compositematerial and (d) 5% F-GO/PI compositematerial microstructure of fracture surface.

4% F-GO/PI
2% F-GO/PI

3% F-GO/PI

5% F-GO/PI
| I |

1% F-GO/PI
e

Temperature (*C)

N TR I PR TR
0 100 200 300 400 500 600 700 80O

€5 F-GO.PIfl F-GO/PI &2 &4 BHEG U4 H P i) TGA
Fig. 5 F-GO,TGA pattern of PI and composite material in Ar.

100F

80l

WSCA(")

40

%[

70[
60[

50[

0 1 2 3 4
Content of F-GO{wt%)

K6 JKifife PIFIAIR F-GO & B & & MR B il £
Fig. 6 Contact angle of the pure PI and F-GO/PI

films with various amounts of F-GO.

%1 PIFAE F-GO FHmER F-GO/PI
SEAMBESSSKEFH TS Td"
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Sample Td*(C) Td®(C)
Pure PI film 534.27 562.67

1 wt% F-GO/PI 562.18 576.68
2 wt% F-GO/PI 558.90 573.40
3 wt% F-GO/PI 555.13 574.13
4 wt% F-GO/Pl 559.00 579.50
5 wt% F-GO/PI 536.20 561.70
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