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W % RAZRFIFBHEHARTARGRTELRAERMN Y 2 E2H (:GO-gPMMA) 5l A 2 R s & T %
(PVDE) %k & 7,4 & 7 £# rGO-g-PMMA/PVDF £ &9 A-A#t#, FA A FERE.EHL TR
BB AR sk iE R ESM PR EERS TS EAMLT 1GO-g-PMMA B X 5 &ML M T KA
Wk, £REW :rGO-g-PMMA /& DMF ¥ B4 B 37 & & M 44 2 % ; Bl rGO-g-PMMA & & A # 4t 6
AIAN—F ERBT HEPVDF AP, HABEFARDGLES, ARBRATLESMHGON TR 5 —F
& ,rGO-g-PMMA 2 @R th A AR & H THBA U AL HL, L+, % w(rGO-g-PMMA) =0. 4% &,
rGO-g-PMMA/PVDF ## 8 A& F ik 12, 6,0 L ARM#EALH 0. 03,24 PVDF #5 131% A 97% ., Z K%
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Abstract Flexible rGO-g-PMMA/PVDF dielectric films were prepared via introducing poly(methyl meth-
acrylate) surface brush grafted reduced graphene oxide (rGO-g-PMMA) into poly (vinylidene fluoride)
(PVDF) matrix by solution method. The structural, morphology and dielectric properties of rGO-g-PM-
MA and its composites were characterized by SEM, TEM, FTIR, TGA and precision impedance analyzer,
The results showed that the modified rGO-g-PMMA has good solvent stability in DMF, thereby promo-
ting uniform dispersion and good interfacial adhesion of rGO-g-PMMA with PVDF matrix. In the mean-
while, the introduction of rGO-g-PMMA effectively improved the dielectric constant of the composite and
maintained its low dielectric loss. In particular, rGO-g-PMMA/PVDF at w (+GO-g-PMMA) =0. 4% pos-
sessed a dielectric constant of 12, 6 and a dielectric loss of only 0. 03, which is 131% and 97% of pure

PVDEF. The strategy provides an essential approach to the study of ultra-flexible energy storage polymeric
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dielectric materials.

Key words graphene; dielectric constant; dielectric loss; poly(vinylidene fluoride) ; composites
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{5 B VLA J Tl f PR & SR X e F 3R A i B Ak R AL B LR T E R M ERDS, &4
FA A oL W 8 A R LA A TR A A LR B (R AR TR I K L T 3R R AR R R A ) A, BRI T L — R
HEHME . BEYHRAEMEEERSNEFRE R ARSI TEREBIR T EkEN ., KW,
KEBRSFHBRMENBEBBRK(e=2~8), FHRHLMEFEEFMRT. HaiwH S H R
(BOPP) 4t HL B BN 2. 2, (B REREEAUA 2 J/cm® , MELAWE R B F Tolk H 25 T A AE RE 2R . BF5TiEEA,
HEABIARLENSFHENAERESY-FEB KRR, 7T LLFER W B E KT S 3 B E B RIERA, I+
PREEARL A B BT R B THERE (B A AL BEE MR A B BARE RO S , 5 SF R R AR AN RE B BE IO T
REL . oAl SE B B R SO B T, IR B AR R R A At A AR FE R 3R AT S R RR FE A AR SR ER .

I, B TAEEZ N BRI AERE AATIRENLELZEZRBFREMRT KELF “¥K-58”
TR R, B HIIABAFRRAYERS, THATRTEBEH MAEREMETEENOER,
Feng % ¥ — & ALK (TiO ) EHE ) MXene 5| A Z R Z M (PVDF) B A&, I K E5 i & T MXene-TiO;/
PVDF E &4 B4 FREE, HY w(MXene-TiO,) =10% if , MXene-TiO,/PVDF & & # Bt i A o % BF
FLARFE S 58 99 A1 0. 24(@1 kHz) , # H w (MXene) =10 % i) MXene/PVDF & & #1814 B % 50 (~56)
RET 176 %, MM EIR T 45%™ . Deng ¥ i A4 (CuO) B9 MXene 3 F| P(VDF-HFP) H1,
H A 1w (MXene-CuO) =10 % B} , MXene-CuO/P(VDF-HFP) & & 41 ¥} B4\ H 3 B0 1% 89(@100 Hz) , T
S EHARFEUA tand=0. 2357, FEHURLF i 78 (1 45 5 e EDR) E) AH B BEL IR , 75 2008 6o T 5 BB BE BB L 4R
FT RERARBEAS T e, LA, E A LI SR I8 09 T i 30 BT R FE B Ak 5 L R R 1 )
B, 4R R B R E) B R T AR A — B R AR, 3R o SRR B RN ) E SR, R T 4R T AL R A B
R, Chen ZH| HAL# BT B4 & T B Z 1 (PEG) & i i 1 248 (PEG-graphene) #1 %}, 36 Hii# 58
#| PVDF 4K fr %4145 T PEG-graphene/PVDF # ., B 3% & M, w (PEG-graphene) = 10% B, PEG-gra-
phene/PVDF & i B H #0553 53. 3(@1 kH2) , A HLIRFEUA 0. 265,40 L F 4l PVDF B4 B % $iE
BT 6.5 1%, MK RAFERMEAEDT . XHB2%T PEG BEHEENAE, AR T A BEEEZEF K
SrE, BLIRE TR A E A .

ARCHI T HBE AL ETHEE E hERS (ARGET-ATRP) J5 3, 4 H 2 4% B2 B B (MMA)
BEHFIRZ B (PDA) B K S/ A B (GO) L, B3 T #4H PMMA £ R 4 KA B (rGO-g-
PMMA) #f %}, 3K H 5 A F| PVDF Efkd, RABRER & T F 1 1GO-g-PMMA/PVDF & & B4 i #F
B, EFEHR T rGO-g-PMMA Xt PVDF & & 18 B v fE A 47 S A R m AL

2 SEESER

2.1 FRHE

KR A B0 pm) W E T Sigma-Aldrich A 7 ;3h R L B ik (DA, >98%) , = (R A E) B X T ke bR b
(Tris-HCL,>99%) , = Z & (TEA,>98%) , H E N IHTR F B (MMA, =>98%) B FTEZA RN AR A A ; R
R Z M (Kynar 740,1. 78 g/cm®) W B F Atofina Chemical A & ;4-_ F & Z kg (DMAP,99%) WE FZF
ARAARFE A RA T 2- IR 7 T BiiR (BIBB,98 %) , L I & — 2./ =ik (PMDETA, 99 %) W & F 7% & (b
HOAR T R EH FRAE s N, N-— F 5 F B 2 (DMF, 99. 5%) , Ji 38 1L B8 (AsAc, 99 %) 1 B F T iz T ik 71
ARAA,
2.2 rGO-g-PMMA ¥ rGO-g-PMMA/PVDF i) %

GO Ak B 8 Hummer ¥ # &Y, rGO-g-PMMA K HEE & # B & W& 1 B 7&: 200 mg GO
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M 100 mg DA B F Triss HCL #&JE R 50 mmol/L ¥ 400 mL /K¥EW (pH=28. 5 h@HE R GBS, HiRHt L
240 h 5. HEBFAREREFRTHEBRZOROENARE GGO@PDA M A, ¥ THREH rGO@
PDA 4} 7E DMF /1,1l A 1. 125 mL TEA #1 2. 015 mmol DMAP #7438 15 min,5 C FZ@H A 1 mL
BIBB, EF N, REHH RN 8 h, KREFRILK rGO@PDA(rGO@PDA-Br) #1 ¥, # rGO@PDA-Br 438
7 DMF %% 9%, il A 0. 038 mmol CuBr,.0. 038 mmol PMDETA #1 16 mL MMA J5#@F IR &#4),N, K
A FHREMA 0.066 g AsAc FFF 60 ‘C/NL 6 h, ¥~ ¥ B Y I+ T 1RE 2 AEH PMMA Rk #A &
1 (rGO-g-PMMA) #1 %},

tGO-g-PMMA/PVDF & & # B ] % ¥ — B & 7580 (0. 1%,0. 2% 1 0. 4%0) # rGO-g-PMMA
5158 2% A PVDF #) DMF B RERE N 15%) . B 6 mL ERE AW R E A 3hR EHL K 3 3R
b RBEFIIEER 60 um, IR FE R E TR 70 CTH 2 h, BRERKBOER, MEHNREEEEE
Z=TFHRAFE T 200 CHRIR 0.5 h, ERRHEZERIKM rGO-g-PMMA/PVDF & & A i 44 %, 40512 K
PGA-0.1,PGA-0. 2 1 PGA-0. 4, A%f . rGO-g-PMMA X} PVDF 4 s ¥ BE 9 52 mi , RIRE F 414 T GO
B FR R ECH 0. 1% 0. 2% GO/PVDF £ 4&# 8, 2+ HIiC A PG-0. 1 #1 PG-0. 2,
2.3 RLE

S AR A SRS R, MSK-AFA- T &13%k ] 4 5 B 5 W T8 SR A R R B W O 5 3K 155 41
LI £ 7 T 2548 L 3% & S R R T B4 FESEM (R /RZEH] , SIGMAS500) #1:% 5 f T & 88 TEM(H A&
B F, JEM-2100) W 5 B0 1 A 28 05 i 48 B i 21 S0 615 2R A 3 3 85 X (FTIR, Nicolet, IR-100) , 11 & & #4 8H #9
FTIR 3R A SR (Perkin Elmer 16PC) 3k43 ; #1 B #VE 40 #F TGA A [ # #4r #74U (Netzsch, STA
41490) R1E ; B & #HBHr Bt 8B DB B P14 Hr A (B3R, UC2876) 45,

Bl1 rGO-g-PMMA/PVDF W4 st ek i i 45 75 2 1

3 SiBfntie

3.1 &HWER

& 2(a) F 2(b) 43 H & GO il rGO-g-PMMA [ TEM E{%., BE 2(2) W A GO FEH PG,
Ja B rGO-g-PMMA 2 Ta i B MR B B (U 2(b)), ¥l PMMA BB GEBERET. B 2R
GO.rGO@PDA .rGO@PDA-Br #1 rGO-g-PMMA i FTIR &, Hd,1 720 cm™ 3 GO 1 C=0 %M
W 4E R, PDA 8 GO J5, ZRIEHE K, WHZEREREGIRPAREIET GO. 4 BIBB fl
PMMA £:# )5 , oAb R 3 X 3, X H T BIBB 5§ PMMA £y C=0 E@A , # —2E T PMMA
BB THBEBEE, B 2(DRBRT rtGO@PDA-Br 5§ rGO-g-PMMA ) TGA #i4k, o W4
PMMA J5 , f7 24 Wi 2 kB B4 58 5 XF kb 800 C PRI R E M AW A1, PMMA WEE DS BAN 17.6%.
B 2(d)HPEERTHE 12 h F# GO #l rtGO-g-PMMA ¥ DMF ¥ ¥ , 7] JWit#: rGO-g-PMMA 7£ DMF %
WA BRIFMENIRE N, X% 2% T DMF & PMMA K R & .
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¥l 2 (a)GO 5 (b)rGO-g-PMMA ) TEM I ; (¢) GO .rGO@PDA .rGO@PDA-Br fil rGO-g-PMMA J FTIR %14 ;
(d)rGO@PDA-Br 5 rGO-g-PMMA ¥ TGA i £k, 1# 1 Firll 55 K GO.rGO-g-PMMA f& DMF 7 # i 18 5 #0IR &

K3 (a, b)2i PVDF.(c, d)PG-0.2 Fil(e, {)PGA-0.4 ) SEM & ,PGA 5 & RH® (g) FTIR if% I fir (h) $ i 2k

& 3(a, b) Rl PVDF ¥ EAY SEM E 4, 7] W4k PVDF ¥R ¥ im E 58, A EMEHE, BERILE
5, B FHEAB_THRE  FEHRSE SBRELEENEEA R 40 pm, B 3(c, DREAM B PG-0. 2 HK EIE
HE, AT AREABEERSYREPE —EAR, FHgA%2E. B 3¢, DX PGA-0.4 i) SEM E&,
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A0, B AR BIE 454 B T rGO-g-PMMA H 7776 % B MRS , rGO-g-PMMA FE 34k 4383957, %A
BRARAL, RESESBRNER., B E 3 FME 3D KHEE HEER T 4i PVDF #l PGA-0. 4 3 #
LA LS A RS BRI, BB WG , B 4 b R B A R MR —E B . B 3( 2
4f PVDF 5 PGA &4 ¥ FTIR B3, B 763 cm '.793 cm ! 1 975 cm ! 4b% PVDF &AM A ) o
AR W ; PGA & #PRHE 1 380 e ™ Ab B4R 1E W AH H 4 PVDF B B 3438 , X 7] 882 5 T PMMA H1 O-
CH, EW AR, M 1742 cm™* £LHIL T B2 K PMMA ) C=0 ZHEsE, X 5K 2(c) B FTIR 453
—3 14 & 3(h) K4l PVDF,PGA-0. 2 fl PGA-0. 4 E&# ¥ TGA 5 DSC g4k, if WBEE rGO-g-
PMMA & &3, 8 4 AN HER e BHE . S8 E PGA-0. 4 MERAMRSEIRE R 523.4 C,HH
b F4li PVDF B MR IR (512.8 CHEBE T 10.6 °C, X FE5 25 T oA B 6 A K H BRI # 2 8k
MEREAKRYFEES, BB TRITFHEERLA.
3.2 Jrutkag

&l 4(a) A rGO-g-PMMA/PVDF & & H A4 A B B SO0 S & . B B FT L, & A A 889 4 B 3 4
B REAR T T T R, X% T =4 T PVDF HB%F R eI . MESET.E4HEHA®B
RSB AR, RE GG BIENSIAGTSRETE SRR mREADT. B 4(b)Bx
TEEMB A B MFESIEE . BB, SRR RN KBS, X & H T T PVDF
R T4 15 HAE R B RE & ; W6 A0 A 35 B AR 7 1O %% ) 5B W il J5 T4 i3 , (A5 B AR R AR s 20 3R 3
— BT B, TR S B AR AL A M SR, A AR E R KUY . PGo. 2 B T i E /T
HEAR, RUZEKRH TROR SR ERAFBFEL K. B 40 R Bb ki B 5 30 6 55 3R 1Y 22
2R, AT E BT A PGA HEREMRMES T i B 3 2R B B8 T PG-0. 2 # kL, X R PMMA R R MW HFER
BN E T AR IR B A, AT R SRR R T RIF R4 5 R

Pl 4 w34 JOBE R A e P RE (o) 41 W38 505 (b) AT AR 5 (o) WS35 (D1 k2 T 8245 B0 R L 38 BRI Ji o S5URE o LE 1%

B 4(DHA 1 kHz TESMERHBEEHMABRFEREN S &0 Ma. P, PGA-0.17 1 kHz
THIAEEEHH 10. 9,8 F PG-0. 1 WA ES 9.9, XEFE K PMMA RKER MFERHE T A 857K
RIS E, W3R T A 2455 PVDF WA ERAI/ER, BRE THE A B EH, A, 4 GO Ml 1GO-g-
PMMA G&45¥ R 0. 2%, PG-0. 2 1 PGA-0. 2 B/ B BURE AR Y, X =i TREE E B & 2,
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RUHER GO &5 7= A Te B It Bl R R AL AR FEE 8, M B EERE . AR RFERHEE & RN
WEIE T 3X — 454 (B 4(d)J,PG-0. 2 WA BBAFER 0. 053, & T (PGA-0. 2)1 kHz B #E{E (0. 029), 4
rGO-g-PMMA 2580 0. 4 %0 BF , PGA-0. 4 B8 M B89/ B 3 BOM A 4 #8 5 510 12. 6 F1 0. 03, B4
PVDF(e'=9.5,tand=0. 031) i 131 % Ml 97 % , X825 F PMMA RA YR K FZFE, (154 BI% H 2 H AH &
RELFR , DR a3 S 17 B A BB Rk PR 350 5 L 3 BB O T K, R BF R85 1/ BB R FE PVDF 44 o (4 20 80 , M TG SE 30
T #E#F PVDF 4 B8 500 R B, fR 5 T8RS s i 56 .
3.3 SrufRimdTh

Bl 5Ca) fl 5(b)} PG.PGA & & #1#L#) cole-cole B4k, A LA B A BL A AR BEAT A . W0 5Ca) BT
ROFAME ' -"BARFRZMKE R ML, EEERSENI M, MRBEEEE &R 8w B
AW AR, R, TF PGA R, HAUE T A HFEA B/ T PG R, KR HIUL LRI B/NF PG
R, XEARMABRBOIIABRERT EEH BN BBFE . I, PGA & & 4}l 20 1 248 1k i 3
A 54 PVDF M, X £ PMMA R E R AN E A48 3 it A mik & 2) T 50 %76 /A,
FEXRIN PVDF & B KB T A, '-"ME A 5T UEAR M'-M"(E 5s(WOIMMEEEER,
WIEA R, I E K2 IA R AR, B 5(c) M 5(d) 2032 A o A5 B 5230 A B2 3 bl A% 2 A8 L 1Y
BHZk. 0L, 3 AR A 1R 50 A 45 8 A i , A BRI (<<300 Haz) ARG AR (>5 X 10° Hz) FRELH WA A F
RIS AT A, EEAR S AR AR . AN 5(o) FTaw , BT A AR M FE AR A5 A S 40 2R AR K, 78 H R4
RERRRREP , B 5(d)Af VLS B 7 KA X AR M X A 38 B WA s B & , 43 B % B F PVDF &
E AL TR IR, WA EERRSBYMM.PCERNABHE T PGA R, #—H R
A PMMA £ 28 I 3% T 630 3 52 600 e 9 55 AR AL R A s SRR R B R B 1E T

Pl 5 WA WM RHE) cole-cole £ ™-¢"(a) M™-M"(b) ; i HLBE B 52 8 (o) FILMGE &5 () 43t i3 el
4 iR

BB ERERA PMMA BE5 YR B rGO(rGO-g-PMMA) 3| A F| PVDF #& 4, # & T rGO-g-
PMMA/PVDF E & B REEM B, BEAHR TESHE R BAEREMM T A, FRAH, 54 GO M
L, Bt rGO-g-PMMA BIBIA , BRI H T E A+ B A w4k , 7232 & PVDF /B B R B, Pr4e T H
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BB FE. P PGA-0. 4 R AR FEH N 12. 6, 4 PVDF 5 T 131%, /i R #E L
40,03, A FE A Y% 18 R SRR B R4 B0 30 H1 T 0 B9 T B 4 A R B (R i B A B R
REYE A TR T —Fh ol 17 59 5R 8%
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