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. KA AR IR A KH550 57 4L 32 TR AR B A AL 3L )5 69 35 2 K8 - B8 4F 4 % ROE 3274k (CNTs-CF) #47 &
A ALEE R & T SRAM AR (EP)/CNTS-CF a4, s3g sk h k@ ins L& R m k@ A bk R4 438581k
/EP EARAEAE A 3G IR BUKE EP A MA@ 5% U 4T T X, T AR ARIR A KHS550 %t CNTs-CF 4F 4t & & vA
% EP/CNTs-CF £ &-# R @tk ab oy %od, 2 R AR, ABBE5) KH550 .2 444 £ CNTs-CF 3§ 5%k 80 & @, W T18
FRA) KHS50 5738 38 4K 20 69 Sk 1 A 15 BAE A, B )G 0 38 SR AR 0 S8 22 Ja A 38 LA WA AR TE . ARSRAR TR 238 3R 4K -
BERE AR d PR T A R e gk e 3052 T EP L AAE R @8 A bk ak . ARHUE 89 KH550 ik 7T A 23t 4+
EP S & @ik 4k, M R KHS50 78 0 A3 AR A 3 3R AR R @, T4 RARSR @ 2 |, Bom %A% EP S &-H4t 49
Rdmbhat, 2mX, 18 1% KA GIBIEF KH550 75k 432 j5 , CNTs-CF 32 3% EP W5 2 A-bHkad & 18] 3 b 5% 4k
% 93.68 MPa, }b R 42 CNTs-CF 3% 3% EP 544424t 29.84%.,

KRR A Y A GOR A ARERA) KHSS50 5 Fdn s 5

FE TS : TQ340.65  XEAHRIREE: A XE4HS: 1001-3539(2022)06-0136-08

Modifying Carbon Nanotubes-Carbon Fiber Mutiscale Reinforcement Surface by Silane Coupling Agent
Huang Chunxu, Chen Gang, Wang Qifen, Yu Qiangian, Wang Zhiyuan
(Shandong Non-metallic Materials Research Institute, Jinan 250031, China)

Abstract : Coupling agent KH550 was utilized to improve the surface properties of carbon nanotubes grown carbon fiber
(CNTs-CF) oxidized by electrochemical anode oxidization, epoxy resin(EP)/CNTs-CF composites were prepared. Surface morphol-
ogy and element, fiber reinforcement surface free energy, fiber reinforcement/ EP matrix contact angle and fiber reinforcementmodi-
fied epoxy resin composites interfacial strength were tested to investigate the influence of coupling angent on fiber surface and com-
posite interfacial properties. The results show that the coupling agent KH550 has been grafted on the fiber surface successfully. Due
to the healing effect of the coupling agent KH550 to the reinforcement surface, single fiber tensile strength of treated carbon nano-
tubes grown carbon fiber has a remarkable improvement. The siliane coupling agent form a strong chemical bond on the reinforce-
ment-matrix interface, causing the increase of the mechanical properties of the composite interface. Low density of siliane coupling
agent solution could effectively enhance the composite interfacial property, while high density of siliane coupling agent solution
would stack on the surface of the reinforcement, forming a low strength interfacial layer that could decrease the composite interfacial
properties. The interfacial shear strength of the carbon nanotube-carbon fiber-epoxy resin composite treated by 1% coupling agent
KHS550 solution has reached to 93.68 MPa, 29.84% higher than untreated CNTs-CF reinforced EP composites.

Keywords : carbon fiber ; carbon nanotube ; coupling agent KH550 ; interfacial strength
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F M 1973 4F Baker 45 ™ & 3 n] 3 1ot 8 A0 570 k7 7
AR bl A2 S AHDURL (CVD) 32 A KRR 40 K A4S
(CNTs) UK, CF A+ CNTs fi jli ok T ol £ 4
- B G PERE RO AT S0 Y, SR, CNTs A4
PR — 2 2 2 R B A A R A R R, b2
PR U0 R G S F AR AL A ST A AL
(R 2FEREE R 1T CNTs-CF 22 X B A i A SE AT
FEEEPFENT CNTs A K T2 MR P 3 A K
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PRI Je b AT D . BB R AL - (BT
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CNTs-CF) & AR St RE , - F S T K
FIHEXT bk S BP & AR RHERERY IR

1 XIeERs

1.1 E=&RMA

CNTs-CF Z REHIGRIA (CNTs FiE 4 < 3%) :
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LI Y B A A T
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B Fr 2 % 3 1L : LabRAM-HRS00 %4, 3
HORIBA-JobinYvon 2\ 7 ;

4 T B 8 (SEM) : GeminiSEM-300 %,
i [ 28 F) N

e i, fe A T 2 5 A L. XQ-1C Y, - ifg )i
SCET
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1.3 CNTs-CF % RUE3G 3R Ak o s e A% B 50 4 22

fiff FH 21 2t 3% 22 Ak Ab P 25E BX) CNTs-CF #4740
PEBEEANE 1 . HUARFE A 5% it 24
1Y) NH,H,PO, 7K, Al IS0 A S5 i B , 2 4
B R 38 23 0] P )5 0 PR YRR, P 2 Ak 3
FEHITE 50 Clgo ARG A YRR ATVt i
FB oKV 24 10 H AR, T 6 I 1 FH 200 °C A
KHLHE T, 5 5 1 A KH550- JC7K 2, B i {H BB 577 95
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Ab BRI B LT RIS AR 25 H

s 200%C [ EN 2
BB i T g

™ AP
\!?%\_J{%Hﬁilﬂhﬁm | s

F 1 FYEab I g R R
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V& EP #4 il . [81 1k 77 DDS {{ #E57 BF3-MEA
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VLD A 700, TG A — s R B P A R
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HEAT AL 25 22 B g B 1) £F 4 05 R4, 38 5o 45 A g
VR I e B, 4 o TR R AR 1 i, TUR R
WG 7 d, AR Aig S A4 b (8 PR R A 095 K, 2 S5 4B
A 100 mm x 100 mm f4 F B4, 4 3 B AR 44 B )2
BE TR U R &, F TR SR B
&t G AR AEALH 150 °C [ 4k
A J5 B A5 0 52 A A RO 200 CHERR Hh S Ab 2
120 min, #PRELTE 4. ITURRHORIE & oK
P, 300 3 A o) R A AR P B I, AT A A R
BRI B e 31% ~ 35%. i FH R Rk )
FIHLKE A A BRI E B 20 mm x 10 mm x 2 mm
(2 AR RHARE
1.5 PEREM X

fifi FH XPS {3 A 3 i A 2 2 e 1o A 5
LA AT T 2 2 T M A e 28 5 A 6] I 1 0 B0

i SEM X 52 45 1 5t 1A 4T 4 % 1Tl #11 EP 44 i
BAEMRRE TSR, LS LR EE SR, i
HHLE 10 kV,

et FH v ik g A 2T A e et 82 SU% 52 45 4 i A i
AT B2 AR FEIN I, LA S48 i A 2T 2 #2272
PEBE , A ThR E ASTM D3822-2007.,

et AU A 7 000 {0 £ EP ARSI S5 3G s A
AR R DL AT - AR S A DL ER
TELFER TR

et FH Rk B¢ 1 IR ASC LA K T3 RE 3 56 ML 4 1) ol
R4 - WHRE A PPRHR A BT )5 B (IFSS) 52
[B] B P15 B (ILSS), TLSS Mlik#% JC/T 773-2010 44
1To

fifi F AFM 40K IR A 1 ) RE XS 27 4 52
AR I ) 2 BEEA T IO S #T
2 #ERE5ITR
2.1 AIRABEEA FE AT CNTs-CF % REIG R EK

7% 30649 %0

& 2 0 U I 1%~ 5% & KHS50 iy 3% 57 LU
K A4 H CNTs-CF X HR 4119 SEM JE S &l h &
2 A, AR AR TR CNTs-CE X B 4H (& 2a) 310 A Hk
B HIEI—)2 CNTs 2o B 1% ¥ BRI Y
CNTs-CF( [&] 2b) #H bt F X B2 o W A8 k. i
1 2% 5 3% {HEH] ) CNTs-CF( [ 2¢, & 2d) k&5
() CNTs b 1532 1 B M A B AT, 21 4 300 2 R UL At iy
M B RE R CNT, I 3% A A AR AR i v o] UL 58] (
K 2a [/ 2c AEAL ). ZHAkABI AL (EAO) i
) CNTs-CF 2 3 7K P, 3 T 25 W B 458 22 1 (i Bk

TV, TR E K F1, CNTs 2 m] T3 4
TE—i . AV TO AR e sl Lk B A AR, Bl
W5 %, CNTs 23 2 3 T EE RS (it B
B 1% LRSI ) 5 A ISR B, SR TR
CNTs 2 BRI 3 TR e — e, AN FERRAIG .
[k CNTs JZHEMEELISN , TR0 2% 5 3% e BRI
Eimd A FmIE S S5 3 IR CH B 22 5. 2448
BRI B T2 4% B (8] 2e), R it 2R T 0
T B> CNTs- BEFNR G458 (&l 2e HELL ), X
BRZE RIS S AR R T, NSRS 2 ~ 3 pum,
ZEHEE T CNTs 2N, 115 EP W IR R P 7E
CNTs #b, eI A NER, HE5H § B A5 Vs fiAE EP
BN , 7252 A Rk A 2 R v X AR T B, 45 PR
68 PR R S5 5 T O, D) 2% L Bt A A e T P4
T2 AR . e AN, S5 B AT BE A3 A AR H , H
ARG, G — B 5 AR AR
T2 %6 H AL T R N T E R M o FE AR I Ik
R 5% FESZH AR T (P 26) L E] T 22 K
ghHe, X2 LT 58 7 S5 AT A R, A HURE ) R
SPAE 4 ~5 pm, HA RSF I E K2 T 10 um P E.
T MR A R RIS He e 1 B AR TC I 2] CNTs 1
FEAE , R BZRE i CE SR THDE W T — 2 Rk
FIHR)Z XX EP & A AR A BE SR A A

(b)

(d)

a— AL FH CNTs-CF X} FR4H ;
Al BE KH550 4bFE . b, ¢, d, e, F—1%,2%,3%, 4%,5%
€12 CNTs-CF £F4idgas A SEM &
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2.2 EBABIEF 2T CNTs-CF % R 3 IRIK A @ T
ESOE AL
X CNTs-CF Xf & 41 K2 Ay 3551 b 3 4+ 7Y CNTs-
CF FE S 4T XPS JUZ /34T, % I Cls MG A3k i 47
Ay A B Ve Shirley BIIELE  HoR Gl & 3 f
7, TS B LR 1, KRSk T Hinterreiter 25
R SN e e (U 1 S

204 292 290 288 2%;6\284 282 280

4itrheleV
{13 CNTs-CF 474k XPS MG 4NiE /i &l
F1 ClsHEERE

KH550 AT AR /% Frife

YEIE 1% 285,80V 286.4eV 283.7ev 2893ev e OC B NCH
0 0 24.68 0 1696 130 0.242 0
1 435 14.53 0 1.17 418 0.163 0016
2 524 17.90 0 355 193 0233 0.055
3 484  12.83 0 516 346 0198  0.037
4 4176 18.53 0 240 ~3.06 0.167 0.068

W

26.37 0 28.85 0 195 0333 0115
{529 C—N C—0 C—S COO— N/A NA NA

MNP 3 AT R, BB 4 — 1 C—O B, Ik I 145
AR E 2 1.5 eV(£0.1 eV), Bl —1 C—N
RIS A BRI 1.0 eV(£0.1 eV), I,
CNTs-CF X 41 e rb B A 286.4 eV 165 289.3
eV 45 h—C—O0—1 5—COo0—I%, O/C HI
0242, XA AT EARIT IS BT EIR EE R 1%,
2%,3%,4% BB IE ] KH550 )5, R A = M5 5
PN, iBH C—N (55 (285.8 eV) IR, iZ (5 53k
H T4 F— Uit C—N g, H C—N I&{5 S b
VNI B XE I W, TE 4% S, A
AL LA B T 41.76%, VAT 4 R A 55 £
() KHS550 701545, HHAT=0AT A, Cls gk
NAA C—Si {55, (HAE KHS50 W0 1%,2%,
3%, 4% i ARTRINE , 76 A SRR E et i 9
iz P, AT RS T C—Si 5 5l A 55
JI 8 ABAE ~ 102 eV ARSI 3 18 T KHS50 43
T4y C—Si—O J5 T A Y Bl P Hy e ik i
TR T IAEAE . TR KH550 5% W EERE L4,
C—O0 5 COO G512, Witz iy & W for 2 ~
283.7eV ) C—Si {5 5 1 B, 1] C—N 0§58 i ) K

g ETE. i O/C F 5 N/C FU {35 mT 0, A bl
F O 5 NBHEIZA N3« 1, X5 KH550 20N
JCE A M IE], 454 CNTs-CF 274 SEM JE 55 43t
AT, R XPS R F 78 T 27 43R 1 SR A i 1)
BB b, R E B B 20 T XPS R iR, 51
ARG EKR

M XPS E3E 43 T oK, i e (R B R KHSS0 4b
P CNTs-CF & G R FETE 1%~ 3% Z A, A
WRE R 4% UG, F it 2 ISR & 01 bh 8t
HEF T XPS 155 EL, 1T 5% e (43 B 7] e 44 |
235 ilE 5 CNTs-CF £F4E{E 5 .
2.3 ERABREEA X CNTs-CF % RZ 3G 5%k K @it

[ANE AL

Shy & I A8 1Bk 7] Ak B S B 5 A 4T 4k 3 o R
5590 30 A48 A % G % 0L 3 1T IR 2S5 ), Xof B e A4
T332 100 F h BE LA S 25 4 - A AR 2 fal iy DU, AR
Fowkes [ FH RS ), 1A H A8 y AHPES = 9,
HEEr Ry, A T E R E RS ER A
HHERT 1 1 Owens-Wendt-Rabel and Koelble 2> ik
P8 P SR MR 25 3 F K (9=72.75 mJ/
m’, p;=22.10 mJ/m’, y,=50.65 mJ/m*) LA J -
P AR 20 = 1 (9=48.00 mJ/m’, 7,=29.00 mJ/m’,
7,=19.00 mJ/m?) 1 b i i 44, I 2 ) CNTs-CF
LR A3 R AR 5 AR ] Bh S A (o), IFiE ST I
AT AR A hAE, 451 L3R 2.

%2 CNTs-CF 4 5HEE o RREHEHEE
Ve KH550 ¥ /%
0 1 2 3 4 5
a (7K 40.17 39.62 4136 4275 48.83 59.66
a( L)) 2831 27.94 27.42 28.86 31.15 40.26
y/(ml-m?) 542 532 637 652 870 978

p/(mJ-m?) 5590 5660 53.00 5151 4185 3419
y(ml-m?) 6132 6192 5937 5803 5055 43.97

(A B T Pl BRI 23 ] A 26 T 2 7K kAT
SRR B S SR A SRR 5
0 7k ol IR 5 908 A 7 I A BB oy DA% A
FHELAE 577 A AR g P, =38 BRI oy
BRI F HBE. i 2 I, RARBEAY CNTs-CF Ji
FER 2T A R BEN 33.14 mI/m’, &b FRACREIRE,
111 R G B o R O3, Tl G A 3 1 D e
Mg K PE . REREA IR KHS50 A< B Ay S K A Bk
B0 i = R S e K s K A A
TRk o — A R, R, 2R A BR A CNTs-
CF £ 4k 52 B K, FE5 B P AR 22 1) A 422 fih £
< 90°. £FHEZRIA [ 1 BEBE MR A4 v 2 18 i i 2
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WRREAR , N3 2 W UL, CNTs-CF £F-47E KH550 780
WeFE R 1% ~ 3% W F FAEXITE 58 mI/m® LA I, i
TEVS TR E 4% B, F HAE R &2 50.55 mI/m’ ;
VR FE A 5% Bsf U R 6 %8 43.98 m)/m’, HARA K
CNTs [ CF-KHS550 £ f [ FAEHIIT Y0 =AY,
o W B AR AR £F 4 2R 1H I S5 BB (IK T CNTs 2
(B ANE R, (AR LT 43210 At BERREAIR, i SR 45
P2 (75 CNTs # o & 56 , 27 4 L mR b 2o i
IRZS, S BUEA 31 CNTs J2 51 B9 B 408 300
THR, 2R1m A HHRERE L.

2T 2 (1% 3% T B 2% B4 IR e B 2T 4k 5 0 i 22 (]
A A5 R . RAFILT4E - WIRSE RS
BT EP MBS TE CNTs-CF £ 4k I (93 , 7E 2 A M
A Ak R TR SRR ST B AR, DR D R A
PETHAUEMERE . YA A KT 90° B, I EN AR
I, YRR ] T DT A 3% 1 SR B i v , H2 /)
T 90° B, AR 1) - [ R 3 v SR T, L2 o ek
JIN SR AT ) R A, 4 A A5 T O B RAARHE
[ 2 Tl o R, AR, FE 27 4 1 1Y) EP B g 2k
PRBR S5 M B2 fk £ (40 B 5 R AR R I 43T
SbF R AR RFU N B R R AR 2R 18T 14T o A
g3 LR, U) R T RE R ), PR, 7
A A, AN IR ERRF R 0 B A o oo
HR A A7 [C 7 2, FR 5K 7 52 fil A Ao fl sl et ¢
2L, Bk A A s S P RR BRI R E I &
FZk. TLE Y FEE B A IR B R O B i 422 fk Ff %
SZAE, s ] WLE 4, AL R L 3,
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0.85) °

0.80_co
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0.60 -
0.55F
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0 2 4 6 8 101214161

AR AT /UL
[l 4 EP WIBIATH -cos a KFRRER
£ 3 EPRIES CNTs-CF il /il £ 4045
Pk KHS50 #J% /%
e 0 1 2 3 4 5

cosa

a /(%) 39.40 3491 3561 3580 36.02  36.10
MERE R 084 0.80 0.55 0.68 0.74 0.73

M S Je 3 3 AT, R Ak i CNTs-CF X B 41
DL R G IR FE 1% ~ 5% KH550 1Y 21 4k - W g 1
P A o, B4R 528 53 51 2 0.7727,0.820,0.813,
0.811,0.809,0.808, X i 1) 4 fish 1 43 7l hy 39.40°,

34.91°,35.61°,35.80°,36.02°,36.10°, £ KH550 &b
P A0 2 ok R F 0 T BR A, AR BR T 25 T A 3L
CER NG5 A R R . T AR BRAE P 32
fink £ B KHSS0 119 e 5 748 R T a2 i b T, 2 B v ik
JEZH CNTs 1Y B 4N R0 PR 45 B i 24 0k 55 . 1
Hh 1% ~ 5% KHS550 ¥ i ZH 5 3 B 1 AH G 2R 4L
R* 5354 0.80,0.55,0.68,0.74,0.73, K T IC A fn
Xif FERE S A (R*=0.84), 3X 1 fig J& 1 T BRI e 4l 2
BV TR K RS S8 2 E S 30 B KHSS0 40 F 1Y
AN L Sk R K S A A AR R 4 AR R
IR AT K YR AR TR KB, A KR
ISR S EURHG /r FELF 4ER T/ ORI 5
AR ST A PR S50 5% ok
FES ALt LN B8 3K A I vk
S e A o I R S R R S R AT
DA3E 2o MR R R UGG B / AR, S K gt A T]
ol {8 7 4 B B SR A A A5 v D R
2.4 FEIRIBIE A 2T CNTs-CF 32 7% EP £ &4 H F
&P A8 04 %

h 5% KHS50 4k 3 5 EP/CNTs-CF & 4 # %}
) SR PERE , X & A BB S 4T TFSS 5 ILSS U
K, 25 ILFE 4. AT XF BE 4 CNTs-CF 27 4, {I%
e P IR KH550 (1%,2% 2H ) AbFRE & B RIZH G
IFSS 1 ILSS #1414 757, 78 KHS50 #e
4 1% B, EP Z &M BHE S AT ILSS 2 93.68 MPa,
FHLE X BRZH R TF T 29.84%, (BIBEHI /0 T — i1 2
AIETEK AR J AR LT 4 5 CNTs RTS8
b D) A 0 25 S5 i A g PR AR R G
B, FH, H R A 2T A 3R Tt S A B B A A T Ak
G PRI T AR . A (IR KHS50 H ik
FE B TH g, A ARG LSS BB FAR, 76 5% e
i ILSS 2 Rl FAAIK & 59.35 MPa, X 5 Wen 25 (142
WA AR BV, BT CNTs 19 54, CNTs-CF 274
— 7 1 BE S (R Y AR FAR LU AR A K CF AT
B, [] i B2 (R ARSIBE RN TR A= K CNTs /9 CF W] BB
A (BXF CNTs-CF W23 PRl 23 [ AR 2 1 A3 Kt
IBEF HEFRAE AT, 774 SEMLI&] Aouiim) 2] i 45 e, 3¢
Lo S R B , 1 5m EE 5 S UG B T 2 A
RS TR (R

# 4 EP/CNTs-CF £ &% £l IFSS/ILSS &
e KHS550 HJE /%
FenE 0 1 2 3 4 5
I[FSS/MPa  94.89 112.49 112.01 104.73  95.64 71.18

ILSS/MPa  72.15 93.68 91.48 85.48 76.18 59.35
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{8 F Weibull 434 X J2 (8] 55 )56 BE A T IR A 59
Hr B2 SCSH Weibull BREUR K -

f(x;0,,m) = {%(%)M e x> 0] (1)
0 x<0
Hrfr, o, & IS E, m BIRRSE XE
= 0 #3534 T 0-0 B3, AT 15
F(o,)=1- o/ @)
Horbr, L IR 44 B 5 57 2 G- B 4
B HIZE, mo R 2ead L RS 0 m B AR S %K.
FESRZAE R F(op) 7l i F2Uf5 .
F(o)=n/(1+N) 3)
Horr, N AR SR, n HTENHK N T o
K UL R IRE A ¥ 2X 2) BT BORRE I, il G

%]2 mIn(c,) — In(L) — m,(Inc,) (4)

PAZEM RO 20514 Y 1, A In(oy) S5R X
Al 15 Weibull % 5 & (WPP &), 25 B 40 & 5 B .
H & 5 AT, BP A MR R0 i 2 v dsc i, [
Ik BLIGE A3A i fe /D e kAT Weibull 24
PLA PRI 5. Lo AbPEAY CNTs-CF 34 5
EP & A48 ILSS ¥ vl K& =41 : 1%, 2% ik
JE, —H 1 ILSS {5 Weibull Z 50 {HARAI VT, P
HIAE 1%~ 2% X 8] P, KH550 #¢ BE S 5 ILSS TG
I 52 5 3%, 4% W EE 4, — 3% ILSS {EAH I 1%,
2% A FT AR, 0B T 5% 4, =3 o, HHIE, (5 m;
AH 22 55K, TLSS 1B R AR 3= 2 )2 A H: Weibull 04 57
B, B ) IR B O BT T R B 5 5% MR
m A HE B AR S S B E AR I T R, B e
KHS550 2% 52 AR b} it e 8 G 4607 3 4 TR 0

Inln

Inln [1/1-F ()]

3.9 40 4.1 42 43 44 45 46
In(c;)
s EPE4HE LSS AZ4 WPP &

£ 5 EP EA4HHEILSS #IE Weibull S S %

Ve B /0,
5 KH550 ¥ 5% /%
1 2 3 4 5
a, 4.56 4.54 4.45 4.39 4.15
m 20.72 19.70 20.36 10.04 5.98

FH AFM 3 1%,3%,5% ¥ BE KH550 Zb 3
MR S BE AT AT, 15 B 40K R R AR
(E), W&l 6 frs .

1gE
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[EEFNEVN
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H L 6 7] UL, R FHE B, B AR o I v
H& TR, A R BOEUE . 1% WSS INZH A i
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