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ABSTRACT

In situ silica filled natural rubber with a high silica content was prepared by using a sol-
gel reaction of tetraethoxysilane in the rubber matrix. Uncross-linked in situ silica filled
NR showed a high reinforcement effect and low hysteresis loss and residual strain
comparing with those of uncross-linked carbon black or commercial silica VN-3 filled NR
samples. Sulfur cross-linked in situ silica filled natural rubber with a high silica content
was also prepared and its tensile properties and coefficient of kinetic friction were
compared with those of sulfur cross-linked VN-3 silica filled natural rubber. The former
showed a very unique tensile properties and slip behavior and it can be one of the

candidates for an excellent sport rubbery material.

T4y P AF—UEE Vol 30



E F

RYPFRAKTL (NR) Y Py 7 AHFTT b
SLTIEFIUSVOINTFNVEIRETIZ LI
X0, BEEIZinsitu\Z) h ESEMER AR
S, insitu ) AT TANREZ/GAZLDTE
7o, RBEEE LTREY-F V7T v 7KETA
NR, {R#Z ) AT TANR & HWTHEDE
iz 4T % o7z, T ORE, KREBOABILEIC
BWTC, insitu ) AT TARK T LIE HH
BEBEVWEATY) VAVR, BRAVTAEZRLE.
TRELAE L7z in situ ¥ ) AFTECTANR K, HERY
1) 71 VN-3 iR L 72 E G NR X ) FER 725
LR L, o, BEMLTRELTS 20
d=— 7 EEEREER L. 5T, in situ
VY AFETANRIL, BRAGERBRERSKRDOLNL
HAR—YHGHATLAMBLELTERTH®SLE
Zbhb.

# 8

FVVEY 7RI LDETHAR-YHFHAE
TEBT 212, 4%, BFOAR—VRNEZT
ThL, BETAHICHICE L) AR—-YHEP
FRTAAR—YVEENEEE 2o TWw5h. 2008
FA5 A Y ¥y 7 OBKT, FEERIMILLZEY
T L F D SRS NI KE DS RS I K
ECHBLZZ LIEEBICH Ly, BEEERTY,
WPICERFIIH o AR — VB RAR—Y Y a—
X BEAPHPBRERETIERO—DLEo T
SBETEEV. B, HHERESHTDE,
SR, BESE, BOFHENIOETAIL
WCTEL, ZOHT, AR—YHROFEHEL LT
BLELZCHVWLNRTWEDIR, BOTHETHA.
BT, MW LBsFrEAEENE TN, A
R—=Y Hm~OICH RSN TE, &
B3, #EHE, TIAF vy, TLITKHSINED,
WIFNH AR—YHMmOEME L TLEATTRE

7> b 2K =R Vol. 30

—115—
METHH., KFETIE, EHTHEOFRT,
12, TACEBLL. :

—fglz, TA (BT, BEITA) BTLAOK
TEOMEEEZRBT 20380 TH RV, £
K DFE, TLIEZRTILRISZITVY, 2,
TARIEMACR LD THARALZTLME L 2.
BIH I, TREGAE RN — 4 ¥ ¥ FEELR L%
D, 85I, WMEICL S [hft) T amehicBn
TRENLEEETH L. LTAHDEL I, I
LM OMEEE T A0 5h, TAT
(TRATRER>TWS, [EDXIRFETA
Hl #TL3 LT [EDLBVOEE] Tz
WIEEN WU RIT 200, o [0k
RREEPARE] THEEA LB Y OYHEE14
EFTBILBTELONLW) ZEDNEELLRS.
IhET, ZL OB - AENL L, BFEMH
DAREERI M EC S B AL S, ERIC
BeEhTE&7, £2 T, ETARDRED LS I
THEHMEERE L TR BT 2 0 05EE
RItDETH o 7.

TLADEREIE, ZARO— VRN 8 —3 F¥
— e ERHWT R I2& ) T2 prE 0l
EROBERTTAHF, WA 2 EE2RBETHE
echs. 2%, [ETAHE TLIRET S
Lid, MEWMEICRTE2 TAICRESLZ L] TH
D, BRI hy ) TR E AW TE
FHTLGTLHFEHESEL2HELH D,
Fed'id o L AP IR T 2 BRI EHRIRRE TR
BTA5. €>T, ¥y 7 AP TORFD5HEL
REEDHRTEIC KR & CIEBL, Floika L5
TAMBCTREBIE- TE L2 ERN T & T4
E DEOZERRDSEMA R RN R & LI HmME
WWELIERETLLELEZLONTW S, BRICE
HREEXNBERETON, TATNY vy ART
INW-TFVEERCTin situl2¥ ) AEFTAT
LEATHAHIY, 22T, FTARITREEIC
Lo TRBEBESING . in siu ") AFTETAEIE,



—116—
CNETOTLRE - BIFTHZVEITH -2
BRE DB 2 S ILFRFERICE TS VI AFTT
AETHY, T2FEETTTFIIIFTITY
DMK L BEMERIE > T AR ERS
®HHETHA. KmXTiE, KBRTA (NR)
POVELBEEIn siu VARTAT ) —vF )
TRV PO [2onT, FOEME S ST
FELDTHET S, AR—-VHRKDZDODH L
WEMBROMR Y B IUSRVTH S,

1. % B

1. 1 HAFELHH

FEFIT XYY (TEOS) i3, (BF) Mg
MBS ZFH L. n~"F U7 I VI,
(#k) FOEMER—BAELMHEA L. NRI,
£ YRR TERSSNo.I THAH, H—Kr7J
v 7 (CB) &, =#Z{LatH HS-HAF Diablack
N339 &M L7z, R # VN-3i&, (#k) *E
v — % Nipsil VN-3 Z i F L 7=.

1. 2 HBOMER

1. 2.1 insituVHRTARAT LOMESR
NRZZAT—IVIZX)HEMLTNR Y — b &
fEBLL, Zh#%TEOSIZ40C TR, 25CT
16FEfRE L7z, £ LC, TEOSE T2 %
0CDOa-~NFIIVT I VKBEBRPICREL, T
A b 1) v 7 AHTTEOS DHIASfE, BEHEK
Je% 24 BF AT » Tin situ 7Y H R ERESE72, in
situ ) A TANRIE, 40T L& 80 C CTRIEZE
It L7z, AREEIREEIX, 0.064mol/LTd 5.

1. 2. 2 FREHB71IVLEHOMER

in situ V) AFETANR 7 4 )V AIZ, insitu Y
JVAFRTANRZ 15 CTIHEET VA %IT-
TR L7, CB £/, VN-3¥ ) AFETANR
TANWAIECBFE/AITI VNI A E RO — )
ICE D NRICEML, 155CT305MBRTLV A%

ToTHERL:E:. VTV EONRDEIZT AT
—OfEHH, TTAR, 7LV AKEZRThERT.

1. 2. 3 WMEEBEOEN

2RO =V EFWT, insitu ) HFETANRIC
MR LESh 1 EER (phr), A5 7Y ~ B 2phr, N-
YranEF I NV2NRYSFTS =N T =V
7 X Flphr, 447 1.5phr ZiR# L, 95 H
140 COET LV A L Tin situ ¥ ') HFETANR
A 4G E (NR-71Si-Vp) #/EH L7, VN-3
FETARBHIZTRY = F 1L 7)) a— v % 4.3phr
MACEBRIZT 87 FEERL, 140CTI19
SHET VAL TTAZEBE (NR-T1IVN-Vy))
ZER L7z, #T23B (NR-O-Vy, BT LA
R 155) dHBEABE LA 747 -BE
41phr DFEHZ T1phr DFRELZ NR THR L THER
L7z, VN33V —XTCl&, VN-3&EH40phr »
RETH T L ABEM & DEG &2 194 & 2.4phr T
H5. insituy ) ATRTARTIRETEHRT L ABF
MiX95Tho 7.

1. 3 4MEOFHE

1. 3. 1 #FMoAE

THERMO FLEX TG-8110 ((#%) ¥%) #Hw»
T, REOBERMF (TGA) 2fikor.
WA ERIIH 10mg, 53 100mgTH 5.
ImPEEI B r.t.~500C, &5\ i21000CT, Hili
HEE 10 C/min, BEEBKATRY, ERFER
TTiTo 7.

1. 3. 2 NOLESHN-E0OHE
#1500mg DAKL 2 50°C, 48WEIDEHT M
IUHICRE LR, ERefTVWTGAICHLT,
(1) KELYNY Y FIN—DEEGREZHE L.
AR TARRED TGA &M E, v 7 nillE,
BEREFELAT, FiE#EE10C/min, —F, & —
K275y 7T TARRDTCGA FHIE, EBFF

T b AR—VEEE Vol 30



B4 T C20 C/min T30 CE THIRL 2D B, 10
SBE—NVEL, €612, TLAZRSRTHD
WEHRSFRT, 20C/minTH0TETHERLT
103M A=V FLA2ERIC, ZRFEATICER
L, 10C/minT1000 CEXCHIREIT- 72

(Wa—F)

N7 Y RIN—F (%) =—F—— X100 (1)

Waik, MV URE, EREOXBER, FiI
TGA L W KD =X Ahlcgihs 7458, R
BREHhO TLADOMBERTH 5.

1. 3. 3 —#55R&ER

—ih 5 [BRABREE ((#k) 74 ZAEH) #Hw
THIRABR LT o2, WEITIE, ESH lmm D
¥ — MEWNFELL7mm, #ME13.7mm D) ¥ 7K
KT bW R el L2, 2iRH25T, 7

R 20mm, 5[ E 100mm/min D&EHTIT- 72,

¥ 7o, MEREERICoOVWTIE, BRI » 7R
oW TA— 757 (B#EEER) AW TR
HE20 mm/min TERIR T, —H5RREEZITo 7.

1. 3. 4 EXFTUIRHE

AT Y v ARERE, REMEHEOTIRHER L [
ROEHT, Ea=2F COHMAZEHIB DY
A 7 WIBIE ZATVEFE L 72,

1. 3. 5 ZEA/UNEFIEME (TEM) BR

WEERTHE LA EZYM 70— A
(CRX-MTXL ((#%) RMC) =& Y ¥l oi#hH %
e L, ZARE 7S (JEM-2010,SP) %
HwWT#gE L.

1. 3. 6 BEEFHEOAE
FTRY)REBE (DFTARAY— - S%A7, =
—THfg) ML KEELTarz Y-t
AV, 16 COKRDIREIZH 2mm 21K L 72 IKE
TOBEERE (/) ZW=ELL.

FH b AR =2 F5F Vol. 30

— 17—

2. BREER

2. 1 KEBOBEEinsitul' ) AETARX
RILOWE

1127 4 7 —FTAKRZEMENR O —Hi5 |5k

BROAER % /RY. NR-in situ-72-h iX, CB = VN-3

Er

& NR-n situ-72-h
5k o NR-VN-72-h e

o NR-CB-72-h ‘A

Tensile stress (MPa)

Stretching ratio

E1 KREED7 17 —FTANRDGRYHE

Y AFTANR EHARTEY 27 R b HRTHRE
bKREL, insitny ) HIECBR VN-3 £V b Hling
BEFPENC EAH o7z, F/2, NR-VN-72-hid
e, MEMBICHKL, TALVN3Y)HD
HMEERPPNEWZ EARBEI N, £ T,
TCGA Y HWTEI VY Y FDONY K5 8—
EEXHIELLE A, NR-in situ-72-h D3 b &
NN FIN—EBBOBTHAHI Do, NN
7Y RIN=ET7 4 T —OREEOBEMfE>T
ELBBDT, 717 —DRERLHTEMEICEET
5. TEMBETHL I Lizin situ ") B OFL
Fidcad2nmTH Y, VN3 U H (cal0nm) =X
CB (ca3lnm) XV KEWVIZH b6, Ny
Y FIGN—BENFE D7D, insitu) HiET
AR MYy 7 AR TIFERUSIC L ) EHT HDT,
insitu) W THAEDHMEERAPRKENI LD
—HTHAH. T/, FHABOHEE AW ErEG
MR (G*) OEREUOHEE,S, H2IRT



~118—

10

A NR-in situ-72-h
LI ® NR-VN-72-h
all. 0 NR-CB-72-h
L x NR-h
)
%
S sf °
3 O oM, [ ]
) m%b
aF 'ﬁ
o0
2} ot
) PU
LY O
K XK HRHBCOB (XX XY
102 10°! 1 10 102

Displacement (%)

2 ®BEOT+F—FTABIY
HFETANR D G* DEARAFE

£ 912, NR-in situ-72-h H°7 4 T —F T AR
DHTERIEITAPLBHOTRICEL GHDOE
BIZ/ANE L, insitu ) IR FOBREN DL WE
EWH o7z, ORI, insitu ) B OG5
BEL, Tatinsiud) hHPHEEHT A5
KB Z EATRE S N7,

0 B LEFAHED in situ 1) 5 F5 T AKRLELRE
NR D5 |5R¥#E %2 fFi§ 5 7212, ffev» NR-VN-
72-h % DZF %, NR-in situ-72-h & NR-CB-72-h %
MRIL=2FETOLRAT) Y ARBICAE L. &
FzBE3IRT. NR-in situ-72-h DE—H 1 7 v

ﬁpﬁﬂi

14
4 NR-in situ-72-h

12 £ B9 NR-CB-72-h

3 1
o
< Ddej:‘:l“‘ A
g osf élfF‘Eﬂl"” Ap
5
A

P
2 o6 L el
= A ] A

Ag A O

041 AQ
AD A“ =
| AO o
02 5 “‘“:;:pc’cp

1 15 2
: Stretching ratio
B3 REEDnsituy ) HBLIXFCBFHETANRD
ERFY AWM (1 7 )

IZBT 5 HEROF 3R 12 NR-CB-72-h & K &
RENERET, ATy PIALF—HEE
o 72h, WHEBEORMIIEL - - %8 % R
L7z. $IZ, NR-in situ-72-h DFREFEIX, NR-
CB-72-h IZHERTREN S W LD o 72, —f
274 7 —RTARBHROREEILX, BEHRED
FAEDRAERE O TABEDOR Y 2T 5 2 LI
TAHLEZONLDT, ZOFKRITLBO~AL
L —FH L7, F£72, NR-in situ-72-hi%, v X
7 1) Y AT ZAHNR-CB-72-h IZH_T/IhEL, #
DELEIEAIEMLTHAS Ty PRV F-L
ERAT7) Y AUADRFRIE L, BREEIIEE
IEWEZ R T L 572, ThEDRE
b, TAET7 4 T OWEEH R, »o,
in situ > ") HRFREOBEMEI A VT Lok
HT2LETER5B. 0L, BB/RIEEITED
BID in situ ) BT TANROYM: % 5+ 2 =
CIZED, HESHBEOXBEEHRLT, Z20E
NIeHERNUEEEZTHEOPICTAIEDNTE, in
situ Y HFETANRIBAR—YHITLEME L
TEETHL I LEHdhot.

2. 2 BEEinsitud) hFETAWHEZEBX

- m WAL
Eitin situ 7 ) AT TANRRE L IZIZFEIL
T1phr D in situ ) 71 (}i#% cadbnm) F5TA NR

B4 NR< I 92 A8 Tlphr T A
SMARER 450m D insitu > H

79 b AR —Y R Vol. 30



THWTEDIHEEMGNR 2R L, HiHbz1T
ok, B4ICZOTEMEBEREZRT. 72, BE
B in situ> ) HFETANRICNR #FFEREMNAZ T
VIAEREEESELAROMERLL. F05

201
18r NR-40Si-Vg,
161
s 14 s—NR-71SIEV
g 2f
g 0T
@ 8r
3 6k
4F
2 -
5 : . . , ,
0 200 400 600 800 1000
Strain (%)
ST
I;J
A 1: NR-0-Vp, 3
161 /
= Wl NR-40VN-Vp, /
£ 2r /
= m— N R-71VN-V, /
0 i
2 J
e 8r s
N 6k /
<F
2
3 ! g ; ; ;
0 200 400 600 800 1000
Strain (%)

B5 F#EEGinsion ) WFHETABLY
VN-3 &) #7ET ANR DJEH — O3 it 4
DERABROBRARS IR T. KBEOAIC,
VN-3 V) ARTARDHERDEHLETRT. in
situ V) AT TANRISHERMEE, TVaFAL
DIZVN-3Y Y HFTANR & ) ERLYMEER
FTHEBPEShE R o7z, #2T, AR—Yva
— XL LTOTRELZRHET L7201, Zhbo
HE T AN LDEYRT SITOWTHREEZINA 7.
TEFETIVHmOZ L, BHOP LEOBLE,G

LbEELRYEE RS,
FNENTIphr £ 40phr D> ) A Z T L1z in
sitt BF L VN-3REHZOWTHERET L 72, K
Tiwh/za 7 ) — MRETOBEERHEE6
WRY. BEBRELT71 57— HVEH
ZUENR DREFIZOWTH F L O TRY. HIKE

FH Y b AKR—YEE Vol 30

—119—

e NR-40Si-Vp,
0.9 —— NR-71Si-Vp,
o8 —— NR-O-V,

’ - -« NR-40VN-Vp,
07| e = e e NR-T1VNAV,

Coefficient of kinetic friction { z')

12

Speed (km/h)

B6 WEEGinsind ) HFETABLIUVNI LY S
7T A NR OB EEBAR L Ol B ARAF 14
WZ &I, 7lphr D in situ ") H # FETA L7
BHE, WITNOREBRHEREICB VTS VN-3
ok & Y BEEERBUIIE L, Kicahzar
— METHYECMHTHL Z LW hrol. &
D in situ v ) A FETAREZAENR (ZEHEIZB
WTC, 74 7L OMTLRICILHECT % BRER
¥ ERL, in situ ) HOFEMPRRNT LI
EHRTLDTHAI. MHOELH) S @ OE
ThrEEZOLNS, 40phr D7 1 T —EHEAE
T B L, in situ V) A FETAGRE CHY B
PREIE, NR7 LY FOREICXY, MEEMT
3T ABCA R L I OZEE) LR L7,

3. & F&

in situ V) ARTARRKRI LD OVEL T ) — ¥
F/AYETy M, EHMETLMETHY, b
AFY T ABASNEL, ThF TCOEMYIRGE
THRTLETI4 TR TCATLLELZLFEHH S
NENZEHEZR L. (€T, AF—Y OFEHIC
BOETCITLARMEHERT 2 LSO —D2DARN %
MELLBTHA.

A

AW 78 % 3512 3%4T L 72 Dr. Ms. S. Poompradub,



= 121 =
HREE—F, WELEEIIEHTS.

X m

1)

2)

J. E. Mark, “Science of Ceramic Chemical
Processing,” L. L. Hench, R. D. Ulrich, Ed., John
Wiley & Sons, New York, ch. 47 (1985)
Y. Ikeda, A.S. Hashim, S. Kohjiva, Bull. Int. Chem.
Res., Kyoto Univ., 72, No.5-6,406 (1995)

4)

5)

T, HATABREE 70,728 (1997)

S. Poompradub, S. Kohjiya, Y. Ikeda, Chem. Lett.,
43,672 (2005)

Y. Ikeda, P. Phinyocheep, S. Kittipoom, J.
Ruamcharoen, Y.Kokubo, Y. Morita, K. Hijikata, S.
Kohjiya, Polym. Adv. Technol., 19, 1608-1615
(2008)

FHEE—, AT, Polym. Preprints, No.2, 3083-
3084 (2007)

FH v AR —VEE Vol. 30



	page1
	page2
	page3
	page4
	page5
	page6
	page7

