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B2 E AT I RTFEEDT / ~ N v AEEERT
AR T DO

2.1 5

F =R v s ARG, RRITLATERLSNET 7 fEETHY ||
YtE & ORREMRIAT S Z ENEENTND, T7T v 7 ADRET
AT DRI LRIA1E, X oI ERY VIRESEDOIED Lk T
BOILTWDHTD 2, ZOEEENT /)~ N v 7 AEEDOR AR
BRLTNLEEBEXOND, 2B RO RINTLDOERST TH D cis-1,4-
WA YTV ATBKETH Y, oI BER) VB EDHFEA
LR ISR CTH D70, 77 v 7 ADIRAETIET LIk
T cis-1,4-R U AV TV KT OREARIE L, FRE S cis-1,4-K
A VTV RLA ONENCHEECT 2 W REEIFAIRW b TH D, LIz
ST, 7T w7 ADGEE L, # DB, cis-1,4-R U A Y T L KA
DERENARIET DIET LR D ENVICERV G->Tv M) v 7 A%
e L. cis-1,4-RV A V7L AR I3 BUE & L CEDOHRICHET
HZ LIV F G (T~ MU w7 A DRSNS & E R
Sivd b3, B, EHWELKN 1 pm O cis-1,4-R ) A VT LRI
B8+ nm OIFEIT LR ZOF )~ N v ATGBLTNDH I L
PE STV 3,

i

T = by 7 AEEIL. ZERS OSHEND RS D~ Y
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I AW LT T VHETH D, T OIS, m T2 R OY)
PR~ b v 7 AR B L OZEMDICKEEIND Z EITHEIX,
DHETH LD FOWMEE~ N v 7 X Th D EmFOMHED
FERARFIZHEISELZENFRTH L EBEXDND, WEDHI
T T/ b Y v AEER AT B RKT AT, T AEEOT Y |
2 E—HEIC)T Ny 7 ARROZ R LR —HELZEE L, 2
IWE TIZRWR RN M2 7T 2 LR Sz 45 612
= N w7 AREEEAT DRI LT, MR TH Y e s I
DARPHBEINIC 3 1 2 B EURF L 7y f N F— ik 2 R d 2
ERRH S, TS ORERRMMEITST )~ R v 7 AREEIC
ERTHEDTHDLEBX NS,

F 7~ RNV w7 2EE LY E ORRERIAT 5720120, KRR
IAERYRAFLY (PS) #2777 MeTHZ EICLVABIEND
PST/~ bV w7 AEELATHRRIALZETVELTHNWS Z
EVMRETHDLEEZEZDND, BRERL AF L UIETT v 7 2D
BE T DPNR”3 D cis-1,4-R U A V F LR AFDORECEH T T 7 b
LEETLZLENARTHY, BEBIOCHRT L2 LICIVED
NT-ARIE., FHEEN 1 um O cis-1,4-R ) A V7L R R
EHAmmDOPS T/~ FU w7 AT LTEEE R L TV b h
HTHD, FH2ETIE, FT . IFTLHDOELZEXDH T EITLY
FOF I~ b w7 AEEDRIRT AOYPEIC RITT B LR L
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oo WRIZ, BT /)~ R v AMEEEHETHRIRITLEETILE L
TR L., =7 1 v— bRk & OBMRZ ST L7,

2.2 FEhR
2.2.1 B - UK
a. Ak

KTkl ) R U 7 & (SDS, 1 #&) | tert-7 F bk Rr~YLtF
> K (TBHPO, £ 67 %), 7 7 =F L~ %I (TEPA) I
F A (BR) "Wa vy, REFE (Fik) BLXOAF LT £h
FnFTHhIA4T A7 (R "WEBIOREAMEETE B a2 Az,
RE ORI I CH W, AZ ) —)L, TRy, by X ) —
MEiien (TR 74727 (K W) Z22oFEHWI,
b. RIRILTT v I R

RKIRILTT w7 A X7 Ly v aRARIALTT v 27 A (RRIM 600,
Thai Rubber Latex Co.) 8 X OHilRD &7 € =7 KA L (HANR)
TT7 v A (I AEHZE (DRC) 60 ww%) ZfEH L7,
222 T/~ MU w7 AEEE AT D RRT L OFRE

¥ 7 LKA L (Serum 10k) X HANR 77 v 7 2 % 10,000 (10K)
g CHLDBET 22 LITh Y T2 R EZBEL . BN L 72k A
TS Z LIck R L7,

KIRT LD A 77 B AL DRC % 30 wiw% (279 L 7= HANR
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77 v 7 AZSHEIEMER] (SDS) 1 wiw%ds L UYRFE 0.1 w/iw%Z 2.
FERT 1 FEA o FaX—a 3775280k 0iTo7, Bz
T w7 A% 15 °C, 10,000 g T 30 syELSEET A Licky 2
Doy ERER A SEE LT, T LA EIL, SDS KEEIRIZ/AT S H T
B BERAT O & D —EHOPERERIEE 3 [ERR VRS Z LTk
. DRC #J 30 w/w%33 L TN SDS 2 0.1 w/w% @D DPNR 77 v 7 X
A L7z % Z & &, SDSIRAIE, = /04rHE 1 B H T 0.5 wiwdb,
2[5 H T0.1ww%, 3[EH TO0.1ww% ([ZiHE 7=, DPNR 77 v 7
Ay — IR L, —BARE L THb 50 °C T 1 JH[HEER
92 Z &2k Y DPNR 7 4 )V A& 4572,

AF LA, 10 wiw%o/KEeAb 7~ B U o LOKESIK T 3 [BIPEE#&, A A
AR THEIZ 72 % F TR D IR LBEH L 72, DRC 30 w/w%IZ %
L7 DPNR 77 v 7 A% 1 L HEH% . TBHPO 3 LU TEPA %
FHZEH 3.3%x10°2 mol/kg-rubber, ZF L L EZFHNFH 0.5, 1.0, 1.5,
2.0 mol/kg-rubber {iii T L, ZHRZFAK T, 30 °C T2 K 7T 7 Mk
HAEEToT, B THR, a—2 ) —= N R L —FZ—Z W TAF
Lz EL, DPNR-PS 77 7 FEEEAGK (DPNR-grafi-PS) 77 v
JAEG, ZDTT v 7 Ay —UIZEEL, BT 22 LIk
DT XXy A MEEZER L, 7 A%y 2 MEIX, 52, 50°C T
LIEMLL R, BEGEREIT -7,
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2.2.3 HIE
a. BT V@5

TEM BlEIXAARE T (BF) L IEM-2100 % H W CIEESE 200 kV
TITo 72, REIO L] X Reichert-Nissei 4 Ultracut N 7 7 1 4 3
7a h—=AEHWTRIRILON 7 ZAEEBIRELLTTUID H4 2 &
ICEVFRR L7, BMEUR X, BT ARRI LTI v X T AT
fe 2 FH\, DPNR-graft-PS TIIMUERL A A I 7 LKEHR 2 - T 5 47
M5B EIT o T2,

ERA A B — L GEERE T M (FIB-SEM) #1413 SII SMI-
3050SE % H\WNTHT o 7=, MEFEE 30kV T Ga A 4 > & UV TH 100
nm MR CREZ Ty F 7L, BrimizfFR L7z, Wimo SEM #8153
X, 2kV OINEELE CTE T —2L%2HWTIT>7-, Frontier N Viz D
VAT L AWTSEM B 2 A EHND Z LITX ) =i A A—Y
EHEE LT,

b. liREER

FlaERERIL. RERBERETTRZ e 2757 VGIOE & W\ T
JISK6251 IZHEL THT o7z, JES 1 mm DF ¥ A N7 4 )V A% H N
IR 7 SIEEBRFICETHHkE . |IE T, 200 mm/min O5A{E TR %
1To7,

c. BNFRPAL G AR
BhEOREHMEHIE X, Anton Paar #:810 Physica MCR 301, AR E
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& 12mm OFATHRZ HWTHIE L7z, #UBHE, B 12 mm M
WIZHFHRE . 80°C, 0.2 N T 45 7T TIRE Ll L7z, A
Hz, iR 30°C TOT A BUIEZITV., SUBETR A KD Tz, #IE
FEIR T OWIE S 1A B $L 0.1~10 Hz, #RE-70~130°C & L7,

2.3 iR & HE

Fig. 2-1 I[ZHfii RSk = 2 (Fresh NR)., HANR 1 X UYDPNR @ TEM
A A=V &Y, TI2TC, BWVEEEIT cis-1,4-RV A4 V7L 2 B
SEIRITIET LRy DX R TETh D, FifFRIRT L3 LY HANR
?D TEM A A — NI B D cis-1,4-R 0 A 2V T L2 VD BR Sy
ThHE o NIEENRNIMGEREDIEIT LD F /~ K v 7 X
SBL. T/~ MYy 7 AREZEHR L TWD Z EBRani, 7/
<~ )T ADEIEIH VRN ITEOENEZDZLICLVEL 2o
T2 BIZIX. BFIREHEN 0.777 wiw% T 2 HiERK = L (Fig. 2-
la) IXEFZEAEN 0279 ww% THY, HANR KV /EWF /<~ KU
o J A& LTz, Z iU, cis-1,4-RU A YV L RN A oR

BOREEDOH T LR OWEIBIEDILTWDLZ EITEY, i

B LB, SNOPRERGDLID ., T/ M) v 7 ARSI NTZZ
ClZLDEFEZBND, — 7 WE T EBIZ LV IET L 13 RR
EINTT2H, DPNRIZIET /&R S o T,
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0.5um
—

Fig.2-1 FreshNR (a), HANR (b) 33 X O'DPNR (¢) ® TEM A A —

Table 2-1 {Z HANR, DPNR 3 X O Serum 10k 2 A DRI AEH
# (DRC), BFEHE (N%) BIWcis-14-RV A VT L RO
AR THEA %287, HANR @ DRC & ZEHZEEAHRIIZNTH 624
w/w%IB LR 0279wW/w% T o Tc, IZ /X7 BARIC LD 85 6 bR
b L DPNR DZEHEE AT 0.013 w/w%IZ 72> 7=, 21K L, Serum
10k T ADEZEAFIT, HANR OKTHETHD 229 ww% L 72 -
oo —J. cis-1,4-TR U A V7 L AR OB EERRIT, HANR &
DPNR T#J 0.4 um L IFIEFE U TH o724, Serum 10k = A TiIHIH-

7 E TR LT,

29



%0

Table 2-1 HANR., DPNR I L O Serum 10k ® DRC, EHZzEEHER

KX Weis-1,4-R VU A V7 L R DORFE Y B

Specimen DRC Nitrogen content Diam eter
(wiw %) (w/w%) (um)
HANR 62.4 0.279 0.437
DPNR 253 0.013 0.383
Serum 10k 7.0 2.29 0.193

Fig. 2-2 {Z DPNR 3 £ 0" Serum 10k = A 30 °C (281} DB AW
FPREMER (G7) DR BURF M2 <7, Serum 10k = A0 G OfEIX
DPNR D) 10 51272 > 7=, Z 4L, Serum 10k = ABEWF /< K

Vo 7 AR L TWAZ LIk bdEEZLND,

Serum rubber

OOOOC
0000000000000000

log (G'/Pa)
(o]

DPNR

-1 05 0 0.5 1
log (wis™)

Fig. 2-2 DPNR ¥ X O} Serum 10k = A 30 °C IZFBT 5
G D JE B B A7
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Fig. 2-3 {Z DPNR 3 X T8 Serum 10k = A 30 °C (2 BT B ERE
(tan 0) DEWEAKFMEZ 7T, DPNR O tan 6 IZEBEHIKT L,
JEEE A E < D & —FIITEAD LTz, LU 5, Serum 10k =
2D tan & [FARJE B TRBEEAAMKAT L T L, AT K
KT L7 < 72 o7, Z4UE, Serum 10k = AZHFEA72 tan 6 DJF
WEEFETHY, IETLRGDF /)~ ) v 7 AOEBIZE D
DEBZOND, ZOF /<) v AEEEEIIERE L ORRE
fEAT 570z, RERIALDET MEEME LT DPNR-graft-PS %
fEH L7z,

0.3

02 ¥

tan ¢

-1 -0.5 0 0.5 1
log (w/s™)

Fig.2-3 DPNR ¥ XU Serum 10k = A0 30 °C (28T D

tan & O J& FAK AT
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Fig. 2-4 |Z FIB-SEM & —ouiFid M eE 7 BAEE (3D-TEMT) % H
VWTCHEIER L72 DPNR-graft-PS O =R5tA A — V% 7~F, FIB-SEM D
ZWIEA A =T Ga A AT 100 nm DR Ty F 7 L7-FRHE
® SEM [Hifg ZfEAHENRD Z EICL VR LE-bOTHDH, 22T,
FOEEIS PS, BWHIAI RIRT L TH S, BRI T LD, PS
PaEfe7e ) /= U w7 AR L, BN 1 um O cis-1,4-K Y A
VIV AR VBEDOHRICELS SBLTWD Z eI, —7,
3D-TEMT (Z K VBRI N/T-=RtA A—TTiE, PS DF /< U
v 7 AFAREFRTH D Z EnbhoT, BEEMNSim OFR U AF L
F 2RI F )~ by 7 RISy L RS nm TH
HZEDBHBINERST,

D

Fig.2-4 DPNR-grafi-PS ¢ 3D-TEMT A A —%
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Fig. 2-5 {Z DPNR-grafi-PS ORNMFLIRFE T DS 1—OT Al 2 7R
3, DPNR-grafi-PS-0.5, DPNR-grafi-PS-1.0, DPNR-grafi-PS-1.5 33 L O}
DPNR-graft-PS-2.0 D AF L U EFRITIZNEI 0.2, 6.7, 124 BL
Q141 WwW%TH o7z, OFT 3 1 TOIRTOEITZAT L U EHENE
7B b REL eoTe, £, KB OIS I OEH A TF LU EGH
FIHFE L TRE < 72 Y . DPNR-graft-PS-1.5 THEWIG S OEIZE D
REL o, ZHUE, PSOF /v N w7 A% T 5 Z LIT L
O WIED WA SN ThH EFEZ bIvD, Fig.2-51C
IX HANR D) j—OF A & x LT %, HANRIZIEZHZ 327 &
MR- 72 EDIET A BRI 6 Wwhd EN TN D Z ERN BT
%, HANR Dtz l— O A il 2% DPNR-graft-PS-1.0 (A F L U &F
TN 6.7 wiw%) OBFREITIER U THomZ Enh, FET LR &
RUAF L EWVWIWEDENTIH->TEH, T/~ ) v 7 2A%E
A5 Ry DEIG E U THAULEI—07 A fITIZIER U Th
HITZEPHBMNERST,

Fig. 2-6 {Z DPNR, DPNR-graft-PS 35 L OVZULEE DPNR-graft-PS &
= LRPEHFEIR (30 °C) IR D IFEHMER (G) BRLUHRKIERE

(tan 6) DJEPEEAEAFIEE 777, DPNR @ G’ DOfEIFH) 0.1 MPa T
D, CERICHRE SN TWAIEE RIRE Ch o7 101, F /< hU w7
ANEE 2 A4 5 DPNR-graft-PS @ G'DfEilZ DPNR O 10 TH Y |

PS DO FH T AUEBIREELL FD 130 °C TEVLEE4 A = L 12X Y DPNR
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DF) 35 fEIZHEIM L7z, PS OF /< bV v 7 ZANEGLEFT TR
ToHo7DITxt L, 130°C TEULH4 5 Z &2k Y PS F /K725 A
MIREE LT PS OF /< MU w7 ANEREIZ R o 72720 GO

WnLizeEZX6N5,

—J7. #HKIEH (tand) OFABEEKFAIEIL, DPNR & DPNR-graft-
PS & CH72 > TU /=, DPNR @ tan 6 OfEIX, SCERE & IZIER T 0.1
NH 015 THY | BN EL< 2D E—FITED L2, 7/~
N w7 2K A A9 D DPNR-grafi-PS O tan d OB I E AR AT
L7gino e, ZiuE, DPNR-graft-PS Tlix, PS &/ hiF N/~ KU
VI ANTBEIZBM LI Z &Ik, mx A F—HsEPRE ol
O ThbHEEZBND, Z D DPNR-graft-PS @ tan & O 8RR 1+
PIX, FFETLE DT /)~ N v 7 AEEZHT 587 LARKT L
O 15 A BRI T D tan § D JEREKAFNE L IZIEFR CTH -7z, ZH
2% L. 130 °C TEULEE L 7= DPNR-graft-PS @ tan § O K& < 72
D . DPNR &[A UK 9 ICAEEITRAF L TIRT Lc, RSk, &
S~ M) w7 AEEE AT HRARILIZENT, /v v I X
IZ PS T R - ECT A 2 LI L 0 | R EREDEREIAKTT
L7e< 725 Z LR Iz,
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20
15
© DPNR-graft-PS -2.0
o
=10
® DPNR-graft-PS -1.5
5 DPNR-graft-PS-1.0 HANR
DPNR-graft-PS -0.5
0 "
0 5 10 15

4

Fig. 2-5 DPNR, HANR F5 & O DPNR-graft-PS D jits 71— O A phifig

Annealed DPNR-graft-PS

A
AAAAAAAA‘AAA

DPNR-graft-PS

o o o o ofg
6 r DDDDDDDDDDDD

DPNR

ooooOOoOoooo

Aaa gy, s 4 AAnAneaIed DPNR-graft-PS
A 4 A A N
= . A
EOJSEJ B0 g 880 B SDEI?NDRDQ'FaftPS Lay

o
o 5 "0D0Ooooaoaop
o

04, , DPNR

Ooo

-1 -0.5 0 0.5 1
log (wls™)

Fig.2-6 DPNR. DPNR-graft-PS ¥ &L O'EULEE DPNR-graft-PS @
30 °C 28T D G'HB L O tan § O JE B EK 71
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Fig. 2-7 |\Z DPNR, DPNR-graft-PS, ZILEE DPNR-graft-PS @ G'D
IEERIFNEZ 779, DPNR @ G’ OfEIX, #I-60~-30 °C CTEILIZHD
L. ZNLBEOIRETIZIZE A EEL L2 o7, 22T, GOfENR
LA EEE L WRFEfEE 2 2R PHER CThH o Tm, —
DPNR-graft-PS 35 & OBWLEL DPNR-grafi-PS @ G’ DfElX DPNR & [A]
FRIZHI-60 °C TRIKIZIAD L, -20 "CHEINLHRN—EDEIZR Y,
70 °C FHEN DR % I L, PS D Tg TdH 5 100 °C 37T DPNR &
[FIFRE DA & 72 o 7=, ZULEE DPNR-grafi-PS @ G’ D1t 1% DPNR-graft-
PS & [R CIRERAFIEA /R L7223, PS @ Tg TH D 100 °C 7> 520K
Wb Uiz, Zhux, 7/~ 8 w7 RHFET D PS OH T AT
LD THLHEZEZBND,

9

A
s t r

1

=1

(©

log (G'/Pa)

°1 (B)

(A)

-80 -40 0 40 80 120 160
r/°c

Fig.2-7 DPNR (A), DPNR-graft-PS (B) B L
ZLEE DPNR-graft-PS (C) @ GO KT

36



%0

Fig. 2-8 {Z DPNR, DPNR-graft-PS 35 L OVEWLEE DPNR-graft-PS @
G DIRERAFEE R~ T, 2 TOREHZIBWT, -62.5°CIZNR DA Z
AT L D GO — 7 R E iz, £72. DPNR-grafi-PS B L}

EILEE DPNR-grafi-PS @ G”DEIE 100 °C £11F TRz Lz,

A
T

-80 -40 0 40 80 120 160
r/c

Fig.2-8 DPNR (A). DPNR-graft-PS (B) 3 Lt

ELEE DPNR-graft-PS (C) @ G DIRERAFNE

Fig. 2-9 {Z DPNR. DPNR-grafi-PS 3 L O'BVLFE DPNR-graft-PS @
tan § ® 1 Hz TOIREKEMZ2rd, £ ToOREHIIBW T, -57.5 °C
IZNR OH T AEABIZH¥KT S tan § D E— 27 BNrS47-, DPNR O

tan § O B —27 N —%F 5 < . DPNR-graft-PS 15 L OVEULEE DPNR-grafi-
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PS D tand D — 7 NIFIER U TH o7z, & HIZ DPNR-grafi-PS 3 X
UELEE DPNR-grafi-PS Ti&, 100 °C T2 PS DA T AEsfE 12 H 3k
T % v — 27 3Bl 7=, DPNR-graft-PS 35 L OEULEE DPNR-graft-PS ™
-57.5 °C O NR OH T ALK tan 6 O E— 2 OF S (XFRRE T
o723, 100 °C XD PS OH T AMRBH KO v — 7 [T ELEE
DPNR-grafi-PS O 53 & o 7, ZIUIBVLELIZ XY PS D~ Y v
7 ANHRE L 2B 2 LT, BVILFE DPNR-graft-PS O#tIZ 3T PS

OYMED EH N KB T-T-DThhHEEZ LN,

3.5
(A)

(C)

" IF /_Mﬁ:‘#%
L’f L o . L N

- L —

-80 -40 0 40 80 120 160
Tr/°c

Fig.2-9 DPNR (A). DPNR-grafi-PS (B) 3 Lt

EILEE DPNR-graft-PS (C) @ tan § DR E KM
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2.4 fEm

TEM #BZ2(C L 0 R NIIET Loy D)/~ b U v 7 AfgidE %
R L TWD Z e ER SN, T/~ ) w7 ADRE L, FFT L
RO DENEZ 5 EEL 72D DPNR TIXHKT HZ E 0L E
ole, T/~ M)y 2EEERT 51T LT LOREEMEET
DPNR X V) 10 5@ < 72 o 723, R IEBITEREIKAF L e h o
oo ZOF 7~ N w7 AEERHTEC KT REEBRTT 570
EF7 /L& LT DPNR-graft-PS ZfEf L7z, L7+ 0 0 —HERIC L
D, EARF L pm D cis-1,4-R U A V7 LRI, Bonm O PS T/
PRI EINTT /7~ M) v 7 R LT D I &0 e
S U7z, DPNR-grafi-PS O 7=k X OV 3EIRE OfEIX DPNR X
DHINL . WG OfEIL PS OE AR L TN L., $7z,
DPNR-graft-PS DK ERE L, FET LD DTF /)~ U v 7 AEE%
AT DRNRALERLC L DI, FEEBIIIRAE LioTe, — 77,
DPNR-grafi-PS DEFFPEROIRELAFAMETIT, T LEPS D DD
B — 7 NBLAL, PS OFEMDIMEIC R E 2B % RIFT Z & vbino
fzo UEXD PST /<~ R U v o AEEEGT 5 RKIKT LT, PSD
BMOEENRKRE WD, RKRTLDOETLELTELT 10—

EWMEE DRERZREI T2 Z LIINEETH DL Z EDRHLN LR T,
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BIE VIDF /)~ N) oI AEEETETAIRRILD
FEEL L i

3.1 5

YIBTF I~ M) v AEEEATHRKALIEL, RARTLOY
PEZ T TIERL, YU DL T L0 EETXL:E2 5N
Do 2T T4 TF—F /< N v I AREER L BT DOHEE TH
HRIRANE VBRSO~ N v I ATHDT 4 T —%GieT A
B SILTNWDZ &I LD, Bz, 747 —F/~ U v Ak
EZRT 22 8I2L0, piER ko ot —ifEl <~ LU
v 7 AHKRD TR — DM T 2 RIRA LA HTE L Z LR
HrFESns, 37205, 7/~ M) v 7 ZEERYEICRIETRES
MRICTE5LEZILND,
WEDWTETIZ, FFA LT ONREY & L Thkx ZRBEREMER Y <
—ZHWTHE-AHT / ~ M) v 7 2EE AT 5 KR T LDFHHR
Xtz 4, FUEHE L CH V= DPNR KL 1D # i 2 HEREMER U ~— o
TR TRV, GO EEE cis-14-R ) A VTV kLT &
BEISELZ LI AK-GHT /<~ N v 7 AREERER ST
ZDEE,.F /Y v AEELENSEDID, cis-14- KD A
VIV kT L T 4 TR ORILF RS TR T 2 MR B o
2o ZXUL, FB2ETIIAT LU % cis-14-KRU A Y T VLR DF
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mMC/ 77 MEESTAHZLIZEY cis- 14KV A Y T Lkt &
PS & ORI LR B 2B LTz, ZHUZ XV RIKRT LD S5
W L7, PST /=~ U v 7 AEEZ AT H RN L ORHMET
RIRTLTZF TIPS OEENRKREL, /v M) w7 A& L
Wtk DOBIRE RETT 5 Z IR CH o 7,

3 ETIE, BRIV —2FT5F /) v —E2RRITLITT
T MNMEAETLHZEICLVI AT /)2 N v I REEEAET D
KR L H AT HRET 2 To72 >0 BRMIIE, B L 0 —
—ZATLE/ v —ThOLTAREGAE=1E /) ~—% cis-14-1 Y
AT VR OREZZ 77 MEES L, KGR X OWKHE
BIZXY, YV IDF I~ Y 7 AEEEERT D Z L A RFL
72o VTES % cis-14-R VU A VPV R T-ERAEICS T 7 MEEST 5
FhEBflesE, YV AT/~ ) v AEEEETHRKITLD

HREEE TNV T Y — L DERZ R LT,

3.2 FEhR
3.2.1 Wk - RS
a. Ak
R UkREES R Y o7 (SDS, 1#k) . tert-7F /b Ka~L4
¥ K (TBHPO, #ifE 67 %), 7 7 =F L X% I (TEPA) (&

FoaeE (D) ®"EMW, RE Bk 13707407 27 (K)
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#E W, VIESIZT v Y (B #zHWT-,

BRI N, AZ ) —L TRy, bl &)
— WIS (T TIA T A7 (R 8 2Z2oFEHW,
b. @kl

FKIRT LT T v 7 AFHROET =T KT L (HANR) 77
v 7 A (W= A EH R (DRC) : 60 ww%) ZMiH L7,

322 RIRIA DDA 7 EA

KR LD A )7 EALIX . DRC % 30 w/w% (ZiH%& L 7= HANR
7T 7 A EIEEA] (SDS) 1 wiw%ds K OYRE 0.1 wiw%ez &,
FRTIKHA > FaX—2a 352 LI2L0iTo7 (Fig. 3-1),
Bon=T77 v 7 A% 15 °C, 10,000 g T 30 /0o EEd 52 L
(XY FLh LR A EE LT, A A5 L, SDS KEHKIZ Sy
BEE T omOAEEEITO &0 —HEOPEEIEL 3 Bl kT
Z EIZL Y, DRCHI 30 ww%ds LTV SDS R 0.1 w/w%? DPNR 7
Ty AP LIZT, 2Dk &, SDS AT, =L 0BELRIE T0.5
w/w%, 2 [81H T 0.1ww%, 3 [EH T 0.1wwh!ZH% L 7-, DPNR 7
Ty Ay —UICEML, —B&EE L TH) 5 50 °C T 1 #[H

WERZEET 5 2 12X W DPNR 7 4 L A& 157,

44



FIE

HANR latex

Incubation, 1h Urea 0.1w/w%

Room temperature | SDS 1.0w/w%
h 4

U-DPNR latex

Centrifugation
15°C,30min,10000g 15%: SDS 0.5w/w%
Redispersion | 2":SDS 0.1w/w%
SDS
Redispersion

3rd: SDS 0.1w/w%
\4

DPNR latex

Drying in vacuum at 50°C

W
DPNR film

Fig.3-1 DPNR D5 FE

323 b=V MY v XTI DT T MEEA

DPNR 77 v 7 A& Fig. 3-2 12773 L 912, DRC 20 w/w%3 L O}
SDS DREZFFEL ThHEANT T LTI RAB L, 1 KHEZER
HALNT Vo TTHZ LI L VEFBROREEZIT T, BFEF
PHA T, 200 pm THELLAENDL, L Ny 7 ZRBBHTH 5
TBHPO/TEPA, &/ ~—Tdh 5 VTES #JEXKH F L TH 5, 30°C T
2 W77 7 NEAGEITo72 >0 RN TH, v—2 ) —2 KL
— X —% T 80 °C TRLGTE /~—ZBIEREL, FohizT
Ty ATy —UVIZEBR Lo, BERTREZIB ELZON50°C T1
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FRERZR T 2 2 SISV Z R BIERARTLA-RY BE=)L R

T ¥ T 777 MEEAR (DPNR-grafi-Silica) D7 4 )V A%

TERLL 7,
DPNR latex
Changing with N, gas
30 min
Changing with N, gas

Stirring 30 min

Reaction, 30°C 2h ——

Storing

Remove un-reacted
monomers, 80°C

<——— TEPA/TBHPO

«—— VTES

—

DPNR-graft-PVTES latex

Drying in vacuum at 50°C

A 4

DPNR-graft-Silica film

Fig. 3-2 DPNR-graft-Silica O HLFIIH

3.2.4 HIE

a. DPNR O JK 73| 7E & DPNR-graft-Silica DV 1G4 M E

DPNR 7 /LA 0.1 g (XAl L CONBIEEIGE LTS DB L,

BT ANR—F—Z N TIKTHIEL 7=,

FREAS B8 678

7o ThbEE L, 30 HREREAE, [ERIZET D E TR K
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LERENL 7=, SO ER)D DPNR Oy &/ F 2 HH L
776

U &AL, DPNR-graft-Silica (2% L T, DPNR & [RIEEIZR D
TR E RS DPNR DK B2 HET 5 Z LIV EH LT,
b. FILVEH R

777 NEEARIT, 40mg 2L D HfE R LT 40ml (ZIRE
LT/ BIEETC 1 EBEFE L, £O%., 10,000 g T 30 sz
BET 52 Lk, MRSy (Fv5y) & b o aligsy (V)

57) MOAHELT, ZVariE, EMBIERE L Tonb | BT S
LRV IINERERERDT,
3.2.5 FEiME 1 BIREE 5

B OB Y) 11X Reichert-Nissi # Ultracut N 7 7 4 43I 7 1 h—
Lz HWT NR OB 7 AEBIRELLT TV 2 LI X ERL
7zo TEM B33, AARE 7 (FR) B JEM-2100 % HVCTINEE L 200
kV Ti1o72,
3.2.6 5lEAER

G ERRBRI TR R R BT X v 7 F 7 VGIOE % T JIS
K6251 [CHEL ToiToTne T4 NVLEE LR T BT bikx,

HIE T, 519EHEE 200 mm/min THERER 21T - 7=,
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3.3 Mk & BE
331 777 MEEAGEKOFHRE Xy T 7 2V B—a v

Table 3-1 (ZDPNR & VTES & D75 7 NEEASOKIEGREEZRT,
Z T, ATHIRIC K 0 A & Az S, SDS IR 0.1 wiw%., BRI
J& 0.066 mol/kg-rubber 35 L OVE / <~ —RE 1.05 mol/kg-rubber & 9
G (BUSSMD) ZHENEL L, SDS OREB L OE /) v — 0D A&
BEAEX DI EICL L OILEEAROFFHI 2T,

FOSEA & 7] UBRAEHIEEE  (0.066 mol/kg-rubber) T, &/ ~—D
AR EZ 1.5 6% (BUGSHFID | 265 (RUGSRHEFIV) S LTr 7
7 RNEEAEIToE A HELTWARIZT 7 v 7 AHEERE L,
HAZEMTHAILIETE o7, ZORKEE LTHRM LA mE
EHERNDETH ST T LR ORMBEM DB L, HERTE
WAL 720l Z IRV T T v P ABRLEMMLTE LD EE X
bhd, £IZ T, SDS DREZ 55L& L, FUSSKRHFIIB L RIVTS
77 NEEEEITST2, TNNODOFEMTIE, 77 v 7 RTEEE T,
BTCH7 T 7 MEEAITTER Lz, ROSEKAFNTIE, il L7z LE=HE

K77 v 7 2% 30 HEFER., REGE/ ~v—ZRELT,
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Table 3-1 DPNR-graft-Silica ® i iz 51

Sample SDS Initiator VTES Storage time
No. [w/w%o] [mol/kg-rubber] [mol/kg-rubber] [days]
I 0.1 0.066 1.05 1
I 0.1 0.066 1.05 30
I 0.5 0.066 1.5 1
v 0.5 0.066 2.0 1

Table 3-2 {2 DPNR-grafi-Silica DA Z~ VTES & SOt 4 5 & R
VUM ERER, FVEARETRT, VI AEARIT RAUTLD,
DPNR-graft-Silica DY EE)D DPNR DKy EHE TS Z LI

LV RDI,

IK5 AT [%]: Ry = % x 100
DB
U AEHR [%]: R = WGA‘VZVGBXR“‘ x 100

GB

Z 2T, Wos(g) BEL O Wpa(g) 1% DPNR DJNEART & INEA% O B & C
HY . Wes(g) IO Wea(g) 1L DPNR-graft-Silica D ANZEAR]T & INEVE
DEETHDH,

DPNR-grafi-Silica D7 /VEARIL, AU LV HEH L7,
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FVER S [%]): R x 100

before

T Wgel (g) ib‘ﬂ/ O)E%\ Wbefore (g) :j:{//ﬁ\’ﬁ% /%/Eiiﬁ—éﬁﬁ@

DPNR-graft-Silica DE&ETH 5,

Table 3-2 DPNR-graft-Silica ® > U W ZH =R & TV AR

VTES Storage time Silica content  Gel content
Sample No.
[mol/kg-rubber] [days] [wiw%] [wiw%]
I 1.05 1 5.89 64.12
II 1.05 30 7.15 69.47
T 1.5 1 7.54 43.88
v 2.0 1 10.48 44.77

REHID > U B EARIL, £/ ~— DAL &N R CilEHD > Y
NEFRID HLEL T/ ~—OHAREN 1.5 FOREHIO VY A5
BRLIZFER L TH -7, 7205, DPNR-grafi-Silica D> U I &H

FITE /) v — DAL ENE A5 Z LB X ORMIBITET 5 Z L1
EOHEMT D NN E o7, REHIO > Y W EFHENEL 72
SRR E LT, 777 MEEEGEZ P LT LFHE L TWDHRIC,
77 7 b &#Te VTES HAL & A7 LTz VTES &/ ~—0M K5 Fs
FOMETHAZ LWLV T /)~ M) w7 ADBBEL Rolclod LB X
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bId,

—J7. DPNR-graft-Silica D7 /L&A 231X, 40~T0 wWw%FEE TH ) |
DPNR (K 20 w/w%) D 2~3f5Th o7z, Ziik, 777 MEEA/IZ
LV cis-1, 4RV A VT VR L T 0 T —hi T ORIALFERE S D
RSNl LicksEBER6ND Y, £, FAEARITE/ ~v—D
AR B ORI L VDT 5 E25R Lz, 4 DORED S5 5| 3
BHILE BBV O 7V E BRI EREHIO Z LS/ R LD RN
27,

332 BT 0 U—

Fig. 3-3 (ZFf % D544 THHL L 72 DPNR-graft-Silica @ 1 5% THgie
L7Z TEM A A=Y %R d, 22T, BV cis-1,4-R 0 A4 Y 7 L
. BWEIIZT U A TH D, & TD DPNR-grafi-Silica (2T,
LB D cis-1,4-R ) A VT L RiA BNV ERSDOV Y B~ b
Uo7 RTHB LT T 7 EEPER SN TWD 2 ERBlEE ST,
22T, YU BF I/~ MY w7 ATITERK 10 nm OEK DY
A1 7R L EAH) 100 nm D> U BRI ELL Tz, BB &
REHIO TEM A A —2i2id, W U BF <~ b v 7 ARMB R
HEFE L, cis-1 4RV A YTV RNV aF /<) w7 R
SBLTWD Z EnBgESn, —77, fBHILE BV TEM A A
—VNE, VA F /= v v 7 ANEL AEFETH Y | cis-1,4-7R
UA VTV RADFT A EWICHEE LTS Z ERBIZE I,
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Fig. 3-3 DPNR-graft-Silica ® TEM A A—3 (10k)

Fig. 3-4 {2, DPNR-grafi-Silica (GUEH~IV) 12D\ T 2 FHFITHER
L7 TEM A A —T %7, A & BT T, cis-14-RV A V7L
RIS S Bt nm OFEWIREO VY T 7 K- 0588 BAR o T
= MYy 7 ZAOHITAFAE L, FARLIEEE L TRV 2 EVR
S, Fiz, BREHITIK, B 100 nm OV RT3 % < FFTE
L. BAWVICEEEL TWD Z e, —77, fBHILE BBV T
X, VDT~ )y 7 ADESHK100nm BETH Y . —#D
D cis-1,4-RY AV T LU RFDHEWICEE L TWAD Z LRSI,
ZHIZ LY A VTES O &Y 1.05 mol/kg-rubber DA ITRIAR
WIS T RTINS AR SIS Z LI XY EuEfile o
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UAF /<)y 7 AREEDNTER S D0, (HAA VTES D&EDS 1.5
B L 2.0 mol/kg-rubber DEFAITITEWRERE/R U BT/~ F Y
v J AREENTER S D T E PR S T,

Fig. 3-4 DPNR-graft-Silica ® TEM A A—3 (20k)

3.3.3 Bl9RMEE

Fig. 3-5 {Z DPNR ¥ X U DPNR-grafi-Silica (GAEH~TV) Dt f)-E
i#k % /x93, DPNR, BH, sUEHIE X ORREHIIO S 1IEEN 4 TR
PRCHENIN U723, RUBHVOISIIXEN 2 TRIICEIM L7z, RS
JIOfEIX, DPNR [3#) 3 MPa Th o7, FEHTIE 14 MPa, #UEHI
TiX 6 MPa, #UBHIITIX 10 MPa 35 JZ OBV TlE 12 MPa & VTES
#2777 MEGTLZ LTI RIBIZEM LTz, Zhix, U BT
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J= b w7 AREEETRT D Z LISk 0, WPER ISR S
N2 TH D EBZBND, eI~V TIAEWIS ) OEIZ S U 7
BHENELS 2D EREL RHMEMER LN, VU IEREMMK
WERBH TS S OfE 14 MPa SR RICKE LS IeoT2, T
%, TEM A A= 6 3B TIZERK 10nm O U 1)/ Ki§-H»
BRI AT~ Yy 7 ARTERL S AL, BUBHIT & BRIV TITE
PER100nm D U TDRIFNORD T I AT/~ 8 7 ZABTERE S
Nl ik sne&E2x60%,

[y
o

Stress (MPa)
(o]

0 200 400 600 800 1000
Strain (%)

Fig. 3-5 DPNR I X OV DPNR-graft-Silica GRUEH~FLEHV) @

Jis 7 -7E AR
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3.4 fam

DPNR (277 v 7 ADIRRET VTES 27 77 MNEEE L%, 7
R ¥ A MEZERTHZEICED, YU BT/~ b v 7 A
AT DR LA L 7=, TEM 812212 X v . DPNR-graft-Silica ™
TAT AR TEHEEN 1 um DL ERDY TH D cis-1,4-K U A
VU R REESE A ~E am OV AF S~ R v 7 2SS ET
LHZEMRHEENT, 2OV I AT /)~ v 7 ARSI
R L, VIES DHEAAB B AT Z EICRLVES R, F /<
U w7 RIIARERN 2> T cis-1,4-R U A Y 7 L R I X BTl
ETDHZEBAHENT, JUSHOITHMEZ2E< T2 L1k 0,
U BT RAATIERAE LT, VIES Z HWT U/~ U w7
AMEIE " T DRI L AT 5 72D O B it G 18 13 BR b A1l B
0.066 mol/kg-rubber, &/ ~—= L 1.05 mol/kg-rubber T 5 Z & 73

BHOEMNE o T,
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BA4E VIDF /)~ N) oI ABETETAEIRRITLD
T T FuP— b kM

4.1 5
BT 7 —F /<~ M) v AMEEE R T HRKRTL (NR) 1T,
T b B & )L — M A (R R B D ATREME & B 6O
T LM THD, ZOEET 4 7 —F /< MU v 7 MG, JBS
Hoom O+ nm O T + T —FHE cis-14-RV A VT LD~
U w7 REBRIEK) 1 um D cis-1,4-R Y A V7 L LR+ 1355 HE
L= #ETHY ., DERSDO~ M) v 7 R ERS DL
TeF /G E o TS, 2L, 28O~ ) v 7 XD ERK
ST MRG0 EETHD L B TSR
OYEDR~ Y > 7 ARG EB L OLZERSIZSBL S D &V )RR
HIZIZEASWTER D E BT T —F /)~ M) v 7 AEE AT
DNRIZ. ¥ M w7 A THLER T + 7 —FRE NR Ot L %
A5 T D NR OO G 2 FRIRFICHELT 5 LIS h D,
T~ b Y w7 AT IERN IR e s T h D, F
Wi, 7/~ bV 7 AREEETERR L, R 5 720IiE v Y
[ZAFET D) ki & R L & DML FRER Z T 5 4
BB D, Bl 77 v 7 ADIREET cis-1,4-RV A Y 7L AR 1

_k

DRENE ) ~—%2 777 MEATLIZ LIV AR v~—hi+%
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LFHITRHEAE L, BoneI7 7T v 7 AEZEETLZ LIk TH
~ M) I ZEEETT H N TELLEEZBND,

BT+ T7—F /~ ) v 7 2GR AT 5 RN L OFREIZE
WTh, cis-1,4-R Y A VT LR LT ok & ORI b
BEERT D EITEETH D, fIZIE, F A FERFE=LTE ) ~v—
L LT VTES % cis-1,4-R V) A VT L RiFRECT 77 MEEAL
TIBIMKRDRERE XOWAMEET 22 LI2XKY ., cs-14-RI A VT
Lok T R Ch DT U L O LR A E TR T E,
M7 7 —F /v M) v AEEE R T 5 RRT LN TE S
ZEBHEINTWDS 3,

W ¢ T —13, FLOHROAI S THEEOI ERMIFHTE D
e, L OEmTHWbNTE, 74 7—%2 5 ETERET D
VBN DDNT 4 7R ThHD, 7 4 7 —SFITEREH R, K
B, ZERIRD 3 DITHT TEZDLZ LN TED Y RFIENR &R
HRIT T ¢ T —FIET L ORI L O RICEEREE 2 H 0
ZERFITPNEICAOBE AR T L Vbl TV, RIENRILT 4
7 — OIS L, Guth-Gold 2 (Xi4.1-42) TETZENT
AT

n =no(1+ 2.5¢ + 14.1c?) (4.1)
E = Ey(1+ 2.5¢ + 14.1c?) (4.2)
E=Ey(1+0.67fc+ 1.62f%c?) (4.3)
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TIZT, o & EglZFENTI D L OKEE LR c X7 4 T —D
EBHEDETH Y. ZORD S ERREMARL 723 T XI5 L TV D ER
DR JOMEROB M E RS D 2 L3 T& 5, 2OATIE, 7
4T —HHKTHDLEELTWDTZD, 74T —DEELTWVDHE
BIIRIRRE f VTR (43) TREND T,

Rz, 2687 4 7 —OMOMAEERICET IR THY
TLDT 4 T —RE~OWHEAFE IR E. 7 4 7 —FEHD
S, 74 7—OREREREICEROTbND, FIZ, 74 7—FKH

ICHFAET DN RTIR—DEILT 4 7 —FHE T L OYHEICEE %
Bz, N RIN—OBENEZL 2LIZo00 TS M ET 25,

—J7. ZERE AL, T A-T 0 T —HOBERmETCAE U 2RI
HRT 2R T, 7T v 7 OAEREZRET D LW o 7o fiiiicx LA
D& %", Figd-1137 4 7 —FRIEITLDOY U THRA~DT 4 T —
DR ERR LT b D THD S, ZORMNLEDLND LT, 32D
T 4 TR K0 RS E D, Z A, MR E O BRIC
NENOMEEEE L., 7 4 7 —ORESCT R, F G2 #8174
L8k, TR AT OMBI T 5 2 L TE
HEEZLND,
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Fig.4-1 74 7—REINIBIT LY TE~DT 47 —D5hHR

T4 7 —REILTES LT 4 T =TSN TS, - T,
74T —RE T LDOHMEIIRY v —HOEHAEWVHEE THLRY <
—-R Y ~—AfHE/EM (Chain entanglement Network : CeN), 7 4 7 —
TSR S ey FEAEE T 2R Y v —-T 4 T —HHEAE
H (Bridged Filler Network : BFN) |, 7 ¢ 7 —[RlLtO#EAMIC L 57 1+ F
—-7 4 7 —FAHA/EAH (Contact Filler Network : CFN) @ 3 DD fH HAF

AL~ TEZDZEMTE D (Fig. 4-2) %,
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RN ~<— R ~—FHEIEH RY~—+ 747 —HAELEH T4 T— 7 47— MAEEH

Fig. 42 7 4 7 —FE T ATBIT A MHAE/EHORXX

INHD 3 SDOMBRNEIERDIINIFETHEZEZOLNDATZ0,
74T —REILDIIZFNLETNOMBEIC LIS THRT =

ENTED (K44,

0 = Oceny T Oppn t Ocrn (4.4)

N, T4 T —REIT ORI (4.5) TEEINLD,

G=(1-@)Gcen + PGppy + Gepn (4.5)

2T, o lE7 4 7—OFESETHD, N (45) OF 1 HIXES
FEHOBAEVEBIZ L THELIHEHETHY , F2HEE 3 HA
L7 4 7 —FREONRIZLHHMEZRLTWND, DD, 7 4 T7—
RFENINZBITHHMERIIE | HBTERIN, DEOT7 4 T —%FRE L
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)

THAEITE 1 HEE 2HTRIN, 74 7—MTRy NUV—T %2
RLTZG AT TR TCOIHTERIND EBE2 LD,

B OREME T RS IIRTFIE L. ~ MY v 7 AE ST OE#HE
J A NOBEBARBICERE ST NS 0 ~ MY v 7 RTHFIET D
R R ORIERIROBEER EIL, A= AT A v aZ A DR
(F46) ZHNTRDDZENTE, bV v 7 ADOKEE Hmatix (2
KIFT 5, 22T, HDHIRE TIZBIT DEMIEN ¢ ESRIBE T2
B DEFEEHE ¢ DI E ar & T D&, arlid (47) TRITZENT
ERAR

& = 6T matrix (4.6)

7;(T) 1i(T)
= = 4.7
T 7 ()~ mi(Ty) (4.7)

T4 T REEILOESE, v M) v 7 XZHERE L TR AV
R TWE EEBEZ D ENTE L0, X (4.7) 1T (4.8)
TRIZENTE D, — ., V4 7—REIALDOGE, AL~ M) v

IZHIERIR TH D 7 4 T =D 3B L TWDHTeD, arldz 49) T
RIZENTED, TN, 7« 7 —FoHE = L ORLHME DR AR A
X, 74 7 —DORESC T 4 T RHEEIKDLT . v N v 7 A ThH D
TLOET A FOBERIBIZE > TIRED EEZ BN D,
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7i(T) ni(T) fsegment(T)
= = = 4.8
ar 7i(Ty) ni(Ty) Esegment (Tr) ( )
_ Efiller(T) _ Nmatrix(T) — fsegment(T) (4 9)

B ffiller(Tr) N Nmatrix(Tr) Esegment(Tr)

Isono H1X, 7 ¢ 7 —FtEINAE = 2Fs K OKMAE = 2 OB FRE
MEZATV, ar 13~ b v 7 AmaFORBBEIC L > TRED . 74
7 — DO FE RIS, BEIKET S L a@mE LT
L0 ZHICH LT, it 7 b7 e 22— (b)) 1E, IREBILUT o4
T —OFREREIKGFT DI ENMOLNTWD, Fig.4-3(27 4 7—D
FEBENEIR DN —R 7T v 27 (CB) FE SBR O br DIREKTF
PEZ "7, briX., CB OFEEND/RVEFEL NR OH 7 AEEBIRE
(Ty) LAETIREICK L CTIEOMHE 2R L TWAH25, CB DRREEA
T EHE RIBIC/AR D . CB OFHEED 60phr TEDEX & 725
T2, by DIRFERAFVEICI W T IEOBEE [T b a B — i 2|
BAOMEE TII= R F—l{EZ RS &SN TNDZ LD, CB DR
WENDRWGEEIAR) v —- R v~ —HAEERAB IR ~—-7
€4 T —MAEERNKRATH DTy bu B —tE 2R 4723, CB
DFHEENEMT S &7 4 T —-7 4 T —HMEERN LRI 57
DT R LB LD, By TERS ROMIME

N w7 ARG B IS ERDICKE SIND Z L 2lAD & ik
T4 T7—F /)~ by AEEEAT HRRTLIE, RKT Lk
Oy b=z, 7/~ M) v 7 RCHEICKE SN
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W74 T7—DT7 47 —-7 4 7 —MHAEMBERD TRV —iii & [F
FRCRHT L LEZDbND,

02} t
éaaeeééé
0.1 P An® O -
- @DDDDDDDDDDD
R oof Vv 4
o Vevveyv vVe
o o
- 01} o -
o
0.2 4 O
= OO =
* o
03 L ' | '
0 40 80 120
(T-T,)/deg

Fig. 4-3 by OIRERFNE

O7 4 7 —*KF#E SBR, ACB FtiEH SBR (20 phr),
0CB F51E SBR (35 phr), VCB F5iE SBR (40 phr), ©CB F5iZ SBR (60 phr)

% 4 ETIX, DPNR i f-OERMEICT A FEAL=LE /) v—Th
%5 VTES ZfEix O )~ —REB LURWMARE Y 77 MEEREA
LT IKG IR L OBAKMES T2 &k, U AF /<~ Fh
Uy 7 AME AT HRKRT L2 L TEM 2 W THIR LT
VT g u U BRI EIC X 0 RO R R L, v
UhFr~h)y 7 AEGEEMMEE OBREMAT L 2B E
L7,

65



4

42 FEBR
42.1 A - B
a. 3K

RT U VHEET N U oA ((SDS) 1 #k) . tert-7F /L Ra~yLA
X+ K (TBHPO, #ifE 67%)., 7 b7 =F L > ~X % I (TEPA) (%
F b (BR) "Wa v, IREFE k) 13T 747227 (BR)
% =, VTES IZ Alfa Aesar 5% v 7=,

AREBI ORI ICH WA X ) —)L, T by bz X
(FTHIAT A7 () ) ZZ2D0FEEHN,
b. B

KIRT LT T v 7 AFHROET =7 KT A (HANR) 77
v 7 A (Hle T L&A % (DRC) : 60 wiw%) ZHH L7=,
422 REIRIT L DA )7 EAL

KIRT LDORLZ 737 B AkIiE Fig. 4-4 1273 X 912, DRC % 30
wW/W%IZFHEE L7~ HANR 77 v 7 X2/ mis ] (SDS) 1 ww%ks
FOURFE 0.1 wwhza iz, B\ TIEMHA v Fa—varT52
WX VIToTe, BONT=T T v 7 A% 15°C, 10,000 g T 30 4rfiiE
ODRBET 22 LIc kD Ty bR AESEEL T, T2 0% EILL,
SDS KIFHIZ /S T Dim B a 1T 5 & ) — B O PR ERE
Z 3 [EfEVIRTZ 12X Y. DRC ) 30 wiw%ds LY SDS L 0.1
w/w%®D DPNR 77 v 7 A% L= 1, oL & SDSEEIL, =
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ODABELRTH TO05ww%, 2[EH T0.1ww%, 3[EH T0.1ww%iZ
FHEE L 72 DPNR 77 v 7 A% v v —LIZJEE L, —BAREL L TH
5 50°C T 1 AMBFEZEET S Z 212X Y DPNR 7 4 LV A&7,

HANR latex

Incubation, 1h Urea 0.1w/w%

Room temperature | SDS 1.0w/w%
\ 4

U-DPNR latex

Centrifugation
15°C,30min,10000g 1t: SDS 0.5w/w%
Redispersion | 2":SDS 0.1w/w%
SDS
Redispersion
3rd: SDS 0.1w/w%
\ 4
DPNR latex

Drying in vacuum at 50°C

A 2
DPNR film

Fig. 4-4 DPNR D5 FE

423 b=V NV hFU Ty T 7 MNEEA

DPNR 7 7 v 7 A% Fig. 4-5 1239 £ 912, DRC 20 w/w%F LY
SDS DIREZFFEL ThHEANT T LTI RAaIB L, 1 KHER
THAGNNT N TT 52 LI VEFBRBEOREEZT T2, ERF

AT, 200rpm TR L7235, Table4-1 (TR T4 TL Ry 7 &
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ABABEHITdH D TBHPO/TEPA, £/ ~—Td % VTES ZIHERKRE T L
Thb, 30°C T2 T 7 NEAEZIToTc, BUCK TH, v—X
J—T/NR L—& —% HT 80 °C THREIGTE / ~—&ERE L,
BoNIT Ty 7 Ay —LICEBL, —B&RFEL TH1b 50°C
T 1 MR T D5 Z LI L0 E 7B RRT L—RI B
=NV X T 7T T MEEAE (DPNR-grafi-Silica) D~

SV L EERLL T2,

DPNR latex

Changing with N, gas
30 min
Changing with N, gas

—_—

- . . é
Stirring 30 min e TEPA/TBHPO

e—— VTES
Reaction, 30°C 2h ——

Remove un-reacted
monomers, 80°C

\ 4

DPNR-graft-PVTES latex

Drying in vacuum at 50°C

Y

DPNR-graft-Silica film

Fig. 4-5 DPNR-grafi-Silica O FIH
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Table 4-1 4 DPNR-graft-Silica ™ 5514

Sample No. Initiator/mol/kg-rubber ~ VTES/mol/kg-rubber
DPNR-graft-Silica-1 0.033 0.5
DPNR-graft-Silica-2 0.066 0.5
DPNR-graft-Silica-3 0.099 0.5
DPNR-graft-Silica-4 0.033 1.05
DPNR-graft-Silica-5 0.066 1.05
DPNR-graft-Silica-6 0.099 1.05
DPNR-graft-Silica-7 0.033 1.5
DPNR-graft-Silica-8 0.066 1.5
DPNR-graft-Silica-9 0.099 1.5

424 WE NI EERIRT LIV Y BT L RO

SDS 0.5 ww%/KisiK & v /N7 7T )V7 T Az Aj, 1 R EHRE
BaZtT o7, BHREA T, 200 rpm T L7273 &, TBHPO/TEPA.,
VTES ZIAKE T L, 30 °C T2 IFHESZITo7, Kbtk, RIS
T/ v—Fn—F ) =z RNRL—FZ—Z AN THEZEL, AU v
=V hV=rFv T (PVIES) 77 v 7 Aufti,

DPNR 7 7 v 7 A2V 7 8T 1.05 mol/kg-rubber #H24 ® PVTES
77 w7 A&EMZ, 200 rpm T 30 spEHEET A Z LT X Vi Z X
7B RIRA /) 7 L R (DPNR-blend-Silica) 77 v 7 A%
R, BT T v 7 A2y —LICER L, —B&RE LT
/N5 50 °C T 1T #2325 Z £ 12 L W DPNR-blend-Silica 7 «
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Vb HERL T,

4.2.5 DPNR DJK53HI7E & DPNR-graft-Silica D> U 771G 4 2R E
DPNR 7 ¢ /LA 0.1 g I M L CNBIEEIZE LS D1FICB L
HELRBRUWIREETHANS—=F = HWTHIRTMEA L7z, BN E
MO IR T bEL L, 30 pHRERAEL, HRICETLHET
MR LRV L7z, 0N ERE)D DPNR QK HHHR %

BH LT,

U &AL, DPNR-graft-Silica (2% L T, DPNR & [AEEIZR D
T AR E RS DPNR DRy @2 HE T2 2 LIV R LT,
42.6 ZiE T BAEIEILE

B OB Y) 11X Reichert-Nissi # Ultracut N 7 7 4 43I 7 1 h—
Lz HWT NR OB 7 AEBIRELLT TV 2 LI ERL
7zo TEM B33, AARE - (FR) B JEM-2100 Z HVCTINE L 200
kV Ti1o72,
427  BETREMEER

ARG HAME ] E 13 Anton Paar # Physica MCR 301 % VW CTiT- 7=,
I E G E %% 12 mm OFATAE W2, BEHTIZE S 1 mm
D7 4 )V bzER 12 mm OABRIIT BN b D2 L, &\
BHI, B 130°C, IN D% 45 5T 5 2 LIz X 0 iGE LRl
U7z, BRPREBRMENE X, £9°. B 1 Hz TEIKFEZ RO, #71
TEREIR & DR TE L T, IRIC RTE L T2 BRI 35\ T LR EE-70~140 °C
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CEYHIREEIE O A AR AE (83 0.1~10 Hz) ZHIE L7,

43 R L BE
431 777 vWEEEEKOXF YT I XV E—Ta v
Table 4-2 {245 DPNR-grafi-Silica D> U W (R E RS, VIV IE
AHRI1L, wAUT XL Y, DPNR-grafi-Silica DFEE Y EEN S DPNR D
AT HZ LK kDT,
Wpa

K& HH [%]: —W—><100 (4.10)

DB
Wea—WGBXRm

x 100  (4.11)

U NERR [%]: Rsi = -
Z 2 C. Wos(g) BELO Wpa(g) 1% DPNR DANEFT & NEVE D EET
BV, Wos(g) BE Wea(g) 1Z DPNR-graft-Silica O INEAFT & INE:
DEETH 5, DPNR-graft-Silica DV B G HFKIL 2.8~7.3 ww% T
& > 7=, DPNR-graft-Silica D>V W EFZRIX, E / ~—REITKG L.
T/ —REOEME & HIZHIM L7225, BIAGAIRE IS L7
Mmole, ZOFRRED VI EAERITE /) ~—IREIZORMKFET D
EWD) ZEDBHLENIR ST,
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Table 4-2 % DPNR-graft-Silica ™ U & H %

Sample No. Silica content/w/w%
DPNR-graft-Silica-1 2.8
DPNR-graft-Silica-2 2.8
DPNR-graft-Silica-3 2.8
DPNR-graft-Silica-4 54
DPNR-graft-Silica-5 5.7
DPNR-graft-Silica-6 5.3
DPNR-graft-Silica-7 7.6
DPNR-graft-Silica-8 7.5
DPNR-graft-Silica-9 7.3

432 TN T7FmT—

Fig. 4-6~14 12 5000 {%. 10000 {%, 20000 {#% CTH#5 L 7= DPNR-graft-
Silica ® TEM A A —T %R d, 2T, AWIEEIT cis-1,4-RY AV
TV R BROVEIRIE VU R AR LTV D, 2 TOREHT
WC, EAK 10~200 nm BREDO Y DRI FAER S TND Z &N
BlERIN7/=, F7-. DPNR-grafi-Silica-3. 4. 5. 6, 7. 8. 9 CiIZ &
KT D cis-1,4-R ) A T VR DERD TH DY R+
D~ Y w7 258, T/~ M) w7 AEEERK L TWD Z
E MM B E 72 577, Fig. 4-15 (2 DPNR-graft-Silica-5 IZ& 5 'V
71 & [Fl#? PVTES % 7 L > K L7= DPNR-blend-Silica ® TEM A A —

V%759, DPNR-graft-Silica-5 CTlI, ES+Ham DOF /<~ U v 7
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AV EN TN D Z EDRBIE S, cis-1,4-K VU A V7 L ki1
TORAEITA SR>, —T7. DPNR-blend-Silica TlX, DPNR-
graft-Silica TEBIEINT- L5 RO RE v Y R38N
. cis-1,4-RY AV TV KA DR 2D 5 X 512> ) Tk
FEHA XL TN, cis-1,4-R U A Y 7L U REf-[R A —E ks L, i
fele /<~ N w7 AT SNl U EXY ) ~—RE
1.05 mol/kg-rubber LA - 7213, BHAAAINR A 0.099 mol/kg-rubber T cis-
LA4-RIV A Y TV R RECTARGAC=NVE ) v —% T T 7
MEEAT LI EICESTI I ST/~ M) v 7 AEEEZ AT H KR
RIALZHPTELZENP LN ERoT,

Fig. 4-6 DPNR-graft-Silica-1 ® TEM A A —3 (a) 5k (b) 10k (c) 20k
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Fig. 4-9 DPNR-graft-Silica-4 @ TEM A A —3 (a) 5k (b) 10k (c) 20k
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Fig. 4-11 DPNR-grafi-Silica-6 ® TEM A A —7 (a) 5k (b) 10k (c) 20k

Fig. 4-12 DPNR-graft-Silica-7 @ TEM A A —3’ (a) 5k (b) 10k (c) 20k
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Fig. 4-14 DPNR-graft-Silica-9 @ TEM A A —3’ (a) 5k (b) 10k (c) 20k

Fig. 4-15 DPNR-blend-Silica ® TEM - A—3" (a) 5k (b) 10k (c) 20k
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433  BEhRREEME

a. PHAEIRIC 35 1T 2 B S =R 0 JE R B ik A1k

Fig. 4-16 |Z DPNR-graft-Silica, DPNR, DPNR-blend-Silica ® 30 °C
(ZBT DTSR (G OBEEEK A4~ , Z 2T, DPNR @
G’ DAEIZHI 0.28 MPa T & - 7=, DPNR-graft-Silica ® G’ D4 TD
FABHZI BT DPNR OfE L Y K& <, DPNR-grafi-Silica-8 O G’ DfE
X DPNR D9 2.1 fi5 (0.60MPa) T -7z, ZiUZxf L, DPNR-blend-

Silica @ G'DfEIZAI 0.39 MPa T& D, DPNR D) 1.4 5 Thd o7z,

5.85
58
575 I | o DPNR-graft-silica-1
57 | = - + DPNR-graft-silica-2
) DPNR-graft-silica-3
®5.65 | o0®’ + DPNR-graft-silica-4
= et ittt DPNR-graft-silica-5
2 56 1 feridett] DPNR-graftsiica-s
o +++++J.r;r:;,0 ¥¥¥¥¥ -graftsilica-
©555 |+ 0% mnl¥xs $ * DPNR-graft-silica-7
4 PXXTeT 00°° 1 _DPNR-graft-silica-8
55 - g¥guxx*_ -+ 000°
gxXLa=+7 500 0© = DPNR-graft-silica-9
545 | 44F7 500 | oDPNR
sqa | o00°° + DPNR-blend-silica
5.35
-0.5 0 0.5 1 1.5 2
log (w/s™)

Fig. 4-16 DPNR-graft-Silica, DPNR, DPNR-blend-Silica @ 30 °C

BT D G ORI
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Fig. 4-17 |Z DPNR-grafi-Silica, DPNR 5 & U8 DPNR-blend-Silica @
30 °C TR T HHRKEHIER (G ) D BEAKFVE 2 7~ 4, DPNR, DPNR-
grafi-Silica-1, 2, 3. 4. 6 3 X U DPNR-blend-Silica TI&., G Dlix
JEIER DB MK T Uiz, Zaud, = 2R AR 33 1) 2 Rh i
WHRICE Db DO THY , — 722 I 2RWE & FIFRIC G IR
2k L TRADEE Z/~x LTz, —J7. DPNR-graft-Silica-5, 7. 8, 9 T
(T, GO A BB AR T ST 0 TH
Sfc, THUX, BFDT 4 T — AL TIIBIE TE RN TR T
HO. T/~ Yy 7 AREEDOTERR — M) 72 T LRWE & 1T R 7
HINFH TR NVF—HREECTND Ik EEIND,

4.8
R®eee oo
47 - "'-'-'.’_'_0,-_...‘.__
AaAAAAAAAALAALLLALLSY » DPNR-graft-silica-1
M A R NN Yoo, 1 DPNR-graft-silica-2
T 46 ., MR RPN DPNR-graft-silica-3
= TtTreroos ---- + DPNR-graft-silica-4
o o, T4 4 DPNR-graft-silica-5
2 i °8g DPNR-graft-silica-6
2 45 Fxxxxye
R £ g x f XK K % X X XX + DPNR-graft-silica-7
04 ; e, g - DPNR-graft-silica-8
o, - DPNR-graft-silica-9
4.4 - o5
G 'DPNR
+ DPNR-blend-silica
4.3 :
-0.5 0 0.5 1 1.5 2

log (w/s)

Fig. 4-17 DPNR-graft-Silica, DPNR I &2 O DPNR-blend-Silica ®
30 °C 2B 2 G A ER AT
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Fig. 4-18 |Z DPNR, DPNR-grafi-Silica 3 & U8 DPNR-blend-Silica ™
30°C 2B 2HEKERE (tand) OJERELAFEMEZ 73, DPNR-grafi-
Silica-1, 2, 3. 4. 6. DPNR 3 J O* DPNR-blend-Silica Ti, tand O
BRI EVME T L7z, —% . DPNR-graft-Silica-5. 7. 8.
9 TIE. tan & [FARJE A RIS TR ARATF L TERAL LT2s, JHi
KBNS 2 & B A~ ORI N E L fpode, ZOBIGHT, R Y
AFL R IEAYE RS /)~ ) w7 XL LIERIRT LI
BOTbElgshTtesy 28 F /<= ) v 7 2EEOFRRICER
THEEZBND,

0.18
$ | .
015 |~ & + * DPNR-graft-silica-1
o + DPNR-graft-silica-2
T | DPNR-graft-silica-3
ey LI + DPNR-graft-silica-4
o1z Lo ey Seta | 4 DPNR-graft-silica-5
s °o . ¥ . Te T DPNR-graft-silica-6
S * 9 ~. e : + * DPNR-graft-silica-7
oo °o tegc® - DPNR-graft-silica-8
009 |~ " - X xx o 0 ¥y - DPNR-graft-silica-9
B F o DPNR

"Qe 4 : + DPNR-blend-silica

0.06

0 0.5 1 15 2
log (w/s1)

Fig. 4-18 DPNR, DPNR-graft-Silica 33 & OF DPNR-blend-Silica

30 °C 12T % tan & D JEIE B AFNE
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b. BYHIMESR O IR FE KA

Fig. 4-19 |Z DPNR-graft-Silica, DPNR ¥ & T} DPNR-blend-Silica O 1
Hz TO G OIRERTFEZ RS, 2 TOREHIIBT-62.5 °C fFiITH»
5 NR DT AR D) GORMK T8I SN, T AR
BIRE (T) LLETIE, G2NFE A EEL L I 2R & 7R

L7,
20
18
16 1A=10
< -
+ 14 1A%
© A=7
[«
=12 107
: v
210 e
g |A=3
» | A=2
| A=1
6 A=0
4
-100 -50 0 50 100 150

T/°C
(a) DPNR-graft-silica-1 (b) DPNR-graft-silica-2 (c) DPNR-graft-silica-3
(d) DPNR-graft-silica-4 (e) DPNR-graft-silica-5 (f) DPNR-graft-silica-6
(g) DPNR-graft-silica-7 (h) DPNR-graft-silica-8 (i) DPNR-graft-silica-9
(j) DPNR (k) DPNR-blend-silica

Fig. 4-19 DPNR-grafi-Silica, DPNR 35 J Ut DPNR-blend-Silica |~

Bl 5D G OIRERAFM

Fig. 4-20 |Z DPNR-grafi-Silica, DPNR 33 JX " DPNR-blend-Silica @ 1
Hz TO G"DOIRERFFMEZ RS, R TOREHIIBWT-62.5°C {5 T

80



4

NR D77 AT L D B — 7 DML S 172, Fig. 4-21 |Z DPNR-graft-
Silica, DPNR 5 J T} DPNR-blend-Silica @ 1 Hz T® tan § DR EIKAT

METRT, R TCOREBHIBWT-57.5°CIZNR ODH T AEBIZ L HE

— 7 DB I,
19
(k)
7
(1) 1 A=10
15 ") pt
£13 ((%) 1 A=8
= | @© AT
oll - (d) 41 A=6
> | © A=5
2 9  (b) {1 A=4
(a) A=3
7 1 A=2
A=1
5 1 A=0
3 1 1 1 1
-100 -50 100 150

0 50
T/°C
(a) DPNR-graft-silica-1 (b) DPNR-graft-silica-2 (c) DPNR-graft-silica-3
(d) DPNR-graft-silica-4 (e) DPNR-graft-silica-5 (f) DPNR-graft-silica-6
(g) DPNR-graft-silica-7 (h) DPNR-graft-silica-8 (i) DPNR-graft-silica-9
(j) DPNR (k) DPNR-blend-silica

Fig. 4-20 DPNR-graft-Silica, DPNR 33 & U8 DPNR-blend-Silica {233

T % GO AR A
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log (tan &) + A

(a) DPNR-graft-silica-1 (b) DPNR-graft-silica-2 (c) DPNR-graft-silica-3

12

10

A=5

>>r > >
TR
oSN Wk

" (d)
(c) W
I (b) W
(a) | . | |
-100 -50 0 50 100
T/°C

150

(d) DPNR-graft-silica-4 (€) DPNR-graft-silica-5 (f) DPNR-graft-silica-6
(g) DPNR-graft-silica-7 (h) DPNR-graft-silica-8 (i) DPNR-graft-silica-9

Fig. 4-21

(j) DPNR (k) DPNR-blend-silica

DPNR-graft-Silica, DPNR 35 & U8 DPNR-blend-Silica I~

BT 5 tan 6 DIEEIKIFE M

c. FfA]-IREEHA R A >3

B 1~33 |Z DPNR-graft-Silica, DPNR 35 2 O DPNR-blend-Silica @

-70~140 °C TO G’, G"FB LW tan § DFEFHUKFEEZRT, 2 b

(IR R-IREHE AT 5 2 LIV~ A2 — T — T DIE &

>~ >
—

FrT,

ik

T, EMERE () [ZIFAEEK IHz 12805 G"oe—7

T 5-62.5°C & 7z, £ tand OFERBURTFIEORE TH LN
THIRZRRBEN L, RO A2ICEREDEE{To7-, 2D
BB Ess 7 b7 v 7 X —ar & LTz, RIZEGILTZ ar AW
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T, G OJEEBUIRANEORE TH LN MR 288 Lo, &EZIC
G MRS — AR DU FRIT 722 DERICHEBE 24TV, v A F— 1 — T ZAF
LT ZOBORBEIREZHEY 7 F 7 7 7 X —br & LTHW, G
IZBWTHBIRE LT ar & b W TRBENIZITH) 2L T A X — T —
7 ZAERE LTz, BIUER 34~44 (2 DPNR-graft-Silica, DPNR 5 L O DPNR-
blend-Silica D~ AH —J1—7 %R~ d,
d. #8527 b7 7 7 X —ar OIRFERITME

Fig. 4-22 | DPNR-graft-Silica, DPNR 35 X (U8 DPNR-blend-Silica ?
ar DIREAFMEZRT, T 2 CTRARIEL DPNR (2815 WLF X (G
4.12) B RIS bANTEEZ R, WLF XD /xF A —% Cy, C, I3 Fig.
4-23 |27 9 DPNR O~(T-Ti/ar) *f T-T, 7' 2 v FOEX B I OEI 6
K, C=13.2, C=474 Th o7z, BTORBHIIBN T, ar DIREEK
7L WLF U2 L0 D SNl L ZE B L Q=2 E b,
A [IFH%L L 7= DPNR-grafi-Silica, DPNR 35 X U' DPNR-blend-Silica 1

NR OFFFNIZEL S TWND Z ERB BN E R T,
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4 . . . . : .
2 r [ ] .
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DPNR-graft-silica-1
DPNR-graft-silica-2
DPNR-graft-silica-3
DPNR-graft-silica-4
DPNR-graft-silica-5
DPNR-graft-silica-6
DPNR-graft-silica-7
DPNR-graft-silica-8
DPNR-graft-silica-9
DPNR
DPNR-blend-silica

DPNRAGKIHT=
WLF=

Fig. 4-22 DPNR-grafi-Silica, DPNR 3 X U* DPNR-blend-Silica @

ar DI R

14 T T T T T

12 + y= 0.076x + 3.5996

10

O 1 | 1 1 |

-10 10 30 50 70 20
-(T-T))ar

110

Fig. 4-23 DPNR O~(T-TJar) vs T-T, 7 2 > K
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e. Mt 7 N7 7 7 B2 —br DIRERTM

Fig.4-24 |Z DPNR-grafi-Silica, DPNR 35 J. U8 DPNR-blend-Silica @ by
OIREARFEMEZ R, DPNR @ br X, H 7 AEBIRE (T,) LLFT
TEDOFEEEZ/RL, T, ETIZIEDOMEE 2R L7z, Isono & Dk 10
ICEDE, T, AT TIERRT LN 7 ARETH LD R/ F—
BEZ R, T, L ETIITFARETH L= b e Bt a2 R
LictEZEZOND,

DPNR-blend-Silica Tl¥, DPNR & [RIERIZ T, LT ClI= /L ¥ —i
PEHSROBADBEE NBIE SN, T, ETIHEEANIZZE 0 Tho
72. DPNR-blend-Silica (23T HE/N T 1 UV —HETIIFT 4 12 cis-
1L 4RV A Y TV AT RIEORENRZToNT-TH, 7 4 7—N0
cis-1,4-RVU A YV T LR FESERITE S TWRMhoTen, U )
JRIFREICFE I TN\, 74 7—-7 4 7—HAFRIZE
HEFLX—HEE AT HEDZE 0 [0 Tt &
ZHd,

77 7 Rk ClX. DPNR-graft-Silica-1. 2. 3. 4. 6 [T IEDOMEH X %,
DPNR-grafi-Silica-5. 7. 8. 9 (FADH = %~ L7-, DPNR-graft-Silica-
1.2.3. 4, 61TV B EEATWHWDLLOD, 7 4 T7—7 4 F7—FH
EHBELO T 4 7 —- ARV ~—HAEEHU BIZRY v—-R U ~—4H
AERADNELS, = ha E—lER AN ThH oD IEO[H X %
RLTebDEEZHD, —J, DPNR-grafi-Silica-5, 7, 8, 9 TIL,
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KIRTLHKOT L b B —PEIC X, cis-1,4-R D A Y 7L kL

T A SERTE 723 U KT RO TR X — N UL A O

XERLIEHDEZZIOND,
0.5 . . . |
0.4 | Lttt y
e . ¢ DPNR-graft-silica-1
R . * DPNR-graft-silica-2
03 .ot Lol 1 + DPNR-graft-silica-3
& o SIS « DPNR-graft-silica-4
g oozp ﬁ...,mE::E?i*n
s e S0 Leet DPNR-graft-silica-6
01 L %,:f!:,.z""::;:- | * DPNR-graft-silica-7
f‘.‘ e gt ¢ * DPNR-graft-silica-8
¢ * DPNR-graft-silica-9
0T *g | «DPNR
* DPNR-blend-silica

-50 0 50 100 150 200 250
T-Tr
Fig.4-24 DPNR-graft-Silica, DPNR I & (Y DPNR-blend-Silica ™

br DR FEER A

434 BT 4T —F /)~ N v 7 AEEE AT D RKKRT L OFME
%

YUAF I~ MY 7 AMgEE AT HRINT AL Fig. 4-25 (a) D
BRI TRLE LT LAOLOMHEE (F LK) &L RIRITLETY
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TR ST ) ary Ry y FOMERD 2 OhbkbEEZHN
Do —MKICT L PR Y v —OMERITENIET MIZ Lo TRER T
LT ENMOBNTEY U EYET VB ICWSET VOMRE
DETEZALZLENTE, BT 4 7—F /~ M) v 7 AEE R

T 5 RIRT L DOLAIL Fig. 4-25(b) DX HRETANEZ BND,

SUNFI IR IHR
(PUh+HARSNERRTL) ¥

“TLCI#I:!

I ]

FKRT L
a b
Fig.4-25 (@) YU BT/~ ) w7 AEEERETDHRIKRITL L

(b) EHIET LI HS < K

ZOFETNADTYERIBT HEFEMER 6%, X 4.13) TX

SN,

1 _ @ (1-¢)
G* )LG,’(,R+(1—7L)G,’§,M + GI’Q,M (4'13)
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T IT Girl G TN ENRRILHEAEB LT /<~ FY v 7
TOBREMERTH D, L & o IFENZNEYIET L X OES
T IVOERFEDRTHY . EVE Th D KR T LHEARE > D IRFESY

TV &OBRER 4.14) X (415 TERIND %

(2+3VNR)
5
5VNr
- (24+3VNR)

A= (4.14)

(4.15)

Flo, T/~ M) T ZAEGIIANT U RTA=E LTRHRINT
WHRKRALLE T 4 T =ML T /aryRYy b THLEEZRD
ZENTEDLZ LB, T/~ MY v 7 ZE55 ORI Guth-Gold
DR HNTR (4.16) TERTZENTE D,

Giy = Gip(1 + 2.5¢ + 14.1¢?) (4.16)

ZIZT, GerlINT U RINR—DER ci3F/~ M) v 7 ARIZ
BIFL7 47 —DEESETHD,

T/~ MU w7 ARNCBIT D7 4 7 —OEEDHR ¢ 1TEEITBIT
H7 47 —DUHRENETHD x EIRINIZKRT LOERENHET
OBy b (417) TRTZENTE D,
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c=—>0 (4.17)

o x+y(1-x)

T 7o, KRR LHARE 3 ORFE 772 Ve 1330 (4.18) TERT Z &0
TEHEEZBND,

_ _ 1-0)(1-y)
Ve = A = x+y(1-x)+(1-x)(1-y) (4.18)

f

DIVAF/RMIVIR
(VY h+HERSNERAT L)

Fig4-26 U+ /~ K ) w7 2% LTHE D I LR ORAK

ViR lZ TEMICE BN T 40 UV—HERIZ L > TRETHZ ENT
X . Fig 426 DX OB T2 OF /7~ U w7 AL > TEb:
P OFRKRIT LRI N DWW ATND LB XL & Vi (3R (4.19)
THRHTHZ KD,
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r
T (4.19)

Vir = §n3(r+5)3
oDz b LICEH LSRN CB 2T/~ MY v 7 2
BORER, < b Y v 7 AROAY Y T A—ORER, KR,

BT T IR H /3T A —H % Table 4-3 |27,

Table 4-3 FiAEHI B T D HMERB L OEPIET L D/NT A —H

G* G *BR G *NMT

Sample X ¥y Thm Vg ¢ MPa A (0] MPa  /MPa

DPNR-graft-Silica-3 0.010 0.020 10 0971 0.333 0.201 0982 0988 0.700 2.379
DPNR-graft-Silica-4 0.019 0.010 10 0971 0.662 0375 0983 0988 1390 12.276
DPNR-graft-Silica-5 0.020 0.009 10 0971 0.697 0.345 0983 0988 1.098 10.537
DPNR-graft-Silica-6  0.019 0.010 10 0971 0.658 0418 0983 0.988 1.697 14.859
DPNR-graft-Silica-7 0.028 0.002 10 0971 0934 0339 0982 0988 0.644 10.068
DPNR-graft-Silica-8 0.027 0.002 10 0971 0933 0.597 0983 0.988 1592 24846
DPNR-graft-Silica-9 0.026 0.003 10 0971 0900 0.330 0982 0988 0.657 9.639
DPNR-blend-Silica 0.021 0.008 10 0.971 0.730 0.262 0982 0.988 0.560 5.786

DPNR-graft-Silica-1, 2 137F/~ bV v 7 ZAEEOERABILZE T
o tziod, BMEREREHT 52 LI TE o, 2, cis-14-
NI A TV RAMNAFET DT/~ ) v 7 ADE S X TEM A
A=V XD K10 BETHL Z EBRBIETEHOTTIZIE 10nm
Z Tz,

TAZCBR—HR T ) F2—7 (CNT) ZRE LD/
KT R—DOBEMERIT I0MPa 2 E TH D EHEINTHDHN 1516 4

[EIFHRL L 72N B W TR &N 726h 13 0.6~1.6 MPa TH Y | 'V
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AFEREO AT o B F 3—OiEER|T CB X° CNT SRERFO+4rD—
RETHLEN) ZEDBFLNERST,

WIZ, RIRT L-7 1 7 —[HOfEE DB Z 1T 2 72912 DPNR-
graft-Silica-5 & DPNR-blend-Silica DHEMERZ 4%, Zh b0
BHIREO U B ZEHFLTND I EnD, EWIIRKRITIAL-7 47
—MOREEDOHEEDOHRTHD, LL72M 5, DPNR-graft-Silica-5 O
Ghr & Gyl DPNR-blend-Silica DF) 5 TH o702, ZDETNT
R NR—DAEREEICERNT 5 B2 65, YU BITBITLHY
¥ BRI R—DARIL, CBIZHBIT DT BT 3\— DR & 1357
BRHEMEINTND Y, CBDORE, 74 7—RIEEALDMIZE
T B WERE  ALFAEEAEIC L o TR v R R—=NAERT 5 28,
YU IDEGE. T4 T —PEET DBRICEEARNIC N T v TSRz
TAPBNT L RINR=ZHET 5 EEZ BN TW5D (Fig. 4-27) 1819,
it > T, DPNR-blend-Silica TiL, AN} EDONNT LRI 3—=L LT
U BRADBIR LI RRTLDFET DOHRT, T5-T 4 T —[H

DFEFIIFIE LN EZEZXBND, 2T LT, Iy 7 U v T AIF
ETTIAIV I B EFRELZEGAIE, 2 5-2 ) DT 25
ENAEL DT, CB REIALIZEBITH AT o R I A= R OMHE
MTERT % & ST 5 7, £, DPNR-grafi-Silica-5 Tl DPNR-
blend-Silica & IFZH72 0 | ALFHIRFERITL O ANT L RIA—ZTERK
LiceEBAOND, NV RI AN THMERICRERZBEL 52D
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FEEEZHE 02 LFLONT R T N —O A R OE V)
DPNR-graft-Silica-5 & DPNR-blend-Silica DR DENEE Uz &

TIN5,

CdLT RO R

74 5 —RERPIC
MEINf-OL

- V) hEF

Fig4-27 VU hF /<~ b0 v 2EEEZETHRART LI
FET D AN Eo AT v BT 3—0EHY

4.4 FEGw

R3EZH N TIZ X7 B AT > Te T LR F ORI, 7T >
7 ZDORETHEL K> 7 ZAB4GA] (TBHPO/TEPA) % fHWTr A 3%
GHEE=/E/~— (VIES) 27 77 MMEEE L T LIMKS R
L OWAKEET 5 Z & 12 X Y DPNR-graft-Silica Z 785 L 7=, TEM %
VT DPNR-graft-Silica DE/N 7 4 1 P —BlEE AT 2 A, F
J < —JEFE 1.05 mol/kg-rubber LL_E3 X OBALAEAIEE 0.099 mol/kg-
rubber LL_ECFHHL L 7~ DPNR-graft-Silica IXEAHKI 1 pum D cis-1,4-78

VAT VRABNESFE nom OV I A REITLOY M) v 7 X
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(LT )~ M) v 7 ZAREEETER L TV D T ERHBNE R
27,

BN AR O JE I R AT A -70~140 °C CTRIER . WEETR L
HIZEMA L, ar BLX P br ZIRETHZ & Ttan 6, GBIV GO~
AN — T —T ZERK L7-, DPNR-graft-Silica, DPNR 35 X O DPNR-
blend-Silica ® ar DIRFEMEIFIEILX, DPNR (2551725 WLF iz L > T
AL ONTELIZE—HLTEY, Znb0aEHET NR OfEMIC
XS TWDLZ BB ERoT, T2, br DIRFEERITFIEL D |
£/ ~—iRE 1.05 mol/kg-rubber, BALEAIEEE 0.066 mol/kg-rubber Tl
# L 72 DPNR-graft-Silica 3 L O / ~—EE 1.5 mol/kg-rubber 2L
TH# L7 DPNR-grafi-Silica |X, = b & —ififh & o x /L X —i
PEZ[FRFCRBLT D5 Z LB BN E R o T,

NR-7 ¢ 7 —HDO#EG L MMEDOBRERFT 272D @mIET L
& Guth-Gold DXEZHWT AT U RIAN—BI RS/~ ) v 7 R
R OB ER & B L 72, DPNR-grafi-Silica /N7 > K 7 /38— DRPESR
[XFRIED VY B & & L7 DPNR-blend-Silica D) (5 Th -7z, 2
DOFABHIBIT HE WL NR-T « 7 —H DO EDHEDHRTH -T2
e, IEFEMEOR I NR-7 ¢ T —ROFEAICEKT S 2 L
BB INE IR T,
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BSE F/)-rN) v REBETBITAVY S IRFOD
el

51 f65

YUBF I N w7 A, 4 BETOMIRICED, RRT A
OWPEICEERZRNEH S Z DAL E R T, Tk, T/ kit

PEETDZLICE TR ENDE T 4 T —Fy NT—7 1T Otk
FBADHRIP LV HLPETHDHZ Elbnotz, EVbiF, 7/~
MU w7 2T, 74 7—Fy NU—2IZBIT D7 4 7 —EER
UETOIRTER 168 215F 5 2 LR TE L7720, RIRT LOYME
L VROICUET DI N TE I, ZHUL, BEDOHFIT, 7+
T—Xy NU—=27IZBTDLH, 74 7—7 4 7—RIMHAEHZIMA.
RY ~—-7 4 FT—MMAEENZSET 57 12192 10 AR E
LT,

LIALBDs, YU/~ ) v AEETIR, 77 v 7 ZADIK
BEC VTES % cis-14-R VU A V7L RADEREICT T 7 MMEEAT
HES BB RSN an S XN HORFRERIET D Z X
T&ehoto, BIIE, 5 4 BT, U T R FOR 72135k
nm 72>5 200nm T D Z & 3R ST, v, KRR L OWMET
YUBF /R w7 AMEEEER L TH, BB ICETE R
Mo T, ZIUE, B DRI FROV Y BF )RR ET D 2 LIk
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DVILTERNEZY 7T v I DRRGITHE LT Z LIZERT S &
B SLD, T, KREEDO VY DRIF-OAEREHE, U )0
BiADORFREZHETLOMNERH DL EEZOND, T ORMEZfRR
THEDITIE, B/ ~—ICHET DT ax v U VEONKIfE
DML ZHIEHT 2 LERHD EEZ DD,

55 ETIX, STMSIZEH Lz, STMS L, V7 R EREETH S
7 o ZJVEEDNREEIC LY . T3k oy U L E ORI R Z
HITEBHEEZLILD B2, ZHIZ D FEDITRIREITY 2 &1
FO . RRBEDOV Y WRFDERZHTHZ ERTELEHHSN
o £IZT, WiZ 7B LT RIRT DRI RKE T STMS D7
77 MEEGEIT O THOMKSHB L OMET2Z LXK &
Mi7ps VU a2kt aaEte)T /~ ) v AEEEH T 5 RKT L
I DR AT o T2,

52 FEB
521 FREE - SR
a. WK

KT 2ovhiiik) b U 7 A ((SDS) 17#k). tert-7 F /e Ru L
¥ ¥ K ((TBHPO) #ifE 67%), 7 h 7 =F L X% I (TEPA)
I b (BR) ®a vz, REFE Fef) . KEE(ET R T A
PR A A I U LKEERITT 747 227 () BAEH N, FU A
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ExT v U LAF L (STMS) 1XEE LT3 (Bk) 82 A,
AN

HO——Si——0OH
OH

p-styryltrimethoxysilane (STMS)

RE ORI ICH W2, A X =, T by, Mz U IR
(FTHI7AT A7 () ) ZZ2D0FEEHN,
b. B

FKIRT LT T v 7 AFHROET =T KT A (HANR) 77
v 7 A (Hle T L& A% (DRC) : 60 wiwY%) ZHH L7,

522 RIRITLDOPLH 7Bl

KR LDORLZ 237 B AiE Fig. 5-1 123X 912, DRC % 30
w/W%IZFHEE L7~ HANR 77 v 7 X2/ misEH] (SDS) 1 ww%ks
FOURFE 0.1 wwhz iz, B|RTIEEHA VFa—varT52
WX VIToTe, BONT=T T v 7 A% 15°C, 10,000 g T 30 4rfiiE
OS2 2 LIc k) T bR AESEEL T, T2 0% EILL,
SDS KIFHIZ /S T Dim B E 1T 5 &) — B O YRR
Z 3 [EfEVIRTZ L2 Y. DRC ) 30 wiw%ds LY SDS L 0.1

w/w%®D DPNR 75 v 7 ZZFEL7-2, ZoL =, SDSEHEIT., =
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ODABELRTH TO05ww%, 2[EH T0.1ww%, 3[EH T0.1ww%iZ
FHEE L 72 DPNR 77 v 7 A% v v —LIZJEE L, —BAREL L TH
5 50°C T 1 EAMBFEZET S Z 212X Y DPNR 7 4 LV A&7,

HANR latex

Incubation, 1h Urea 0.1w/w%

Room temperature | SDS 1.0w/w%
A 4

U-DPNR latex

Centrifugation
15°C,30min,10000g 1st: SDS 0.5w/w%
Redispersion | 2°%:SDS 0.1w/w%
SDS
Redispersion
3vd: SDS 0.1w/w%
A4

DPNR latex

Drying in vacuum at 50°C

L
DPNR film

Fig. 5-1 DPNR D5 FE

523 MUARFVVIUNARFLIOZ T 7 MEES

DPNR 7 7 v 7 A% Fig. 5-2 12739 £ 912, DRC 20 w/w%F LY
SDS DIREZFEL ThHEANT T LTI RAIB L, 1 KHER
HAZNT N T THI LIV BEFREOREEZIToTo, BFF
FAS T, 200 pm TR LRSS, L Ry 7 A RBHMBAITH D

TBHPO/TEPA, £/ ~—TC&H 5 STMS ZJEXRFE F L TH 5, 30°C T
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QR T 7 NEAEEITo T2, MG TR, BoNnle T T v I Ak
Y—UICEB L, —B&EELL T2 50 °C T 1 BEMETEzEET 5
RO R TENRIRT L —ARY U XA RF U ILAT

L 4B AR (DPNR-graft-STMS) D7 4 LV A& AERLL 7=,

DPNR latex
Changing with N, gas
30 min
Changing with N, gas
Stirring 30 min e TEPA/TBHPO

e———— STMS
Reaction, 30°C 2h —

h 4

DPNR-graft-PSTMS latex

Drying in vacuum at 50°C

v

DPNR-graft-PSTMS film

Fig. 5-2 DPNR-grafi-PSTMS D5 FIIH

524 FELORGE
a. i & 2R BALRIR T L DN

DPNR Z ) 1 mm WITIZHI< 810 Y » 7 A L—HiHds 2 T
W LN DERFHK T T b 2ERT 5 2 S XD 24 B

W 2177, i O DPNR-AE . 50 °C CFE&IEAIT- T,
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ZHIZEY . NRICEENDIRAGNEREZ R LT,
b. W& R EERKRTL—ARY P A STV ILAF L IGEH
B RO KR
DPNR-graft-PSTMS % #J 1 mm WU FIZHI< I . Vv 7 A L—Hh
HEsZ MW TEE L RR O ERFHX T T b 2&iid 52 &
(2 X0 24 FfEIHIH 24T o 72, fillHH#% @ DPNR-graft-PSTMS-AE (3.,
50 °C CHWEEREIT 7=, 22KV, DPNR-graft-PSTMS 124 %
b STMS &/ ~—%Hi L7,

5.2.5 FR A EE 1 BEM BT 52

B O ) T 1L Reichert-Nissi # Ultracut N 7 7 4 43I 7 1 h—
Lz HWT NR OB 7 AEBIRELLT TV 2 IR0 ERL
7zo TEM BT HAE 7 (BR) - JEM-2100 % FHVTHEFEE 200
kV Ti1o72,
5.2.6 51 5EAER

5 3EFER 1L Instron 4 3365 Y RERERFE 4 AV T JISK6251 IZHE L
THTo0e, 7A4NbmF LR 7 SR TH bikE, =i T, 200
mm/min CT5RABR AT > 72,
5.2.7  EhAREGHEME R

EhEOREFMERIE 1%, Anton Paar £#E81¢ Physica MCR 301, 75 E.13E
& 12mm OFATHMRZ W THIE L7z, #UBHI, BEAE 12 mm O M
RICFTHRE L 130°C, 02N T30 2T TIRE L RlAE L7z, JEBEEK
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1Hz, R 30°C TOT A HGHIE 1TV, MIEMEkE KD 7=, BRI

TEIR T OHESAEITA B 0.1~10 Hz, JEFE-70~140 °C Th o 7=,

53 MEREEZER

531 777 hEEAKOXYTZ /X VE—Ta v

Table 5-1 {Z DPNR ~® STMS ® 7 7 7 NMEEAS DS, K ilEHE
B OLBERBEENORDIE )~ —EEB LI ONE /) v —HN[ &
BHRERT,

Table 5-1 DPNR-graft-PSTMS D H5::, £/ ~—RIGHEB LT

) < —HALE AR

Sample Initiator STMS Conversion Content
No. [mol/kg-rubber] [mol/kg-rubber] [w/w%] [w/w9%]

a 0.033 1.0 21.7 5.1

b 0.066 1.0 52.3 9.6

C 0.165 1.0 30.3 5.6

d 0.033 0.5 51.5 4.7

e 0.066 0.5 25.5 2.3
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v —BUNEAEB L OCERRbEICRoTE ) v —
FE 3 X OBHAAAIR B 132 241 1.0 mol/kg-rubber 33 & T 0.066 mol/kg-
rubber, 0.5 mol/kg-rubber 35 X O} 0.033 mol/kg-rubber T&H -7z, (a).

(c) BE O (e) DS THHHL L 7~ DPNR-graft-PSTMS-a, DPNR-graft-
PSTMS-c 5 & O DPNR-grafi-PSTMS-e D E J ~ —SRIL 30 wiwY
A CThHo7=2, (b) BELOY (d) OS54 T L7 DPNR-graft-
PSTMS-b ¥ L T8 DPNR-grafi-PSTMS-d O / ~—IJGER 1T 50 wiwY
FBRIEDEE o7, 22 LV, (b) 3L (d) 5 DPNR-grafi-PSTMS
T DO OREFIETH D ZENHLMNE ST,

532 ENLTFpuaT—

Fig.5-3~4 ICIGSER’ b EV (b) BLWY (d) OFMHTHE L
DPNR-graft-PSTMS @ TEM A A — V%7, sBEHIARGREGETH DT
D, BV cis-1,4-R) A V7L v BUOHHEIE PSTMS #F LT
%o TEM A A—UIZIHER 1 um FRED cis-1,4-R Y A V7 L R+
ME S+ nm O PSTMS ©F /~ FJ w7 A2 L THEY, 2D
F = U v RIZEZEEt nm OV BT R EICTE L
TW5AZ LR EE SN 7=, DPNR-graft-PSTMS-b & DPNR-graft-
PSTMS-d 13656 % PSTMS O F /< U w7 AfE&EZ A L T
7= 7%, DPNR-graft-PSTMS-b ®F / ~ kU v 7 A% DPNR-grafi-
PSTMS-d X W EWZ & /RS 7z, ZiLiX. DPNR-graft-PSTMS-b %
B2 72 D DA T )~ — &)Y DPNR-graft-PSTMS-d % ffiHl4
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AI-ODOEIVEZ o2 itk AEEZOND, ZHIZLED,
PSTMS ¥ F U v 7 ADE I FHARTE ) v —BEIKFTH 2 L
St ot

No.b(x5K , . . No.b(x20K)

Fig.5-3 DPNR-graft-PSTMS-b @ TEM A A —

No.d(x5k) i No.d(x 10Kk) No.d(x20k)

Fig.5-4 DPNR-grafi-PSTMS-d ® TEM A A —%

Fig.5-5 3 X O} Fig.5-6 (27 & o HhHIC X v K58 L 7~ DPNR-graft-
PSTMS-b-AE 35 X 0" DPNR-grafi-PSTMS-d-AE @ TEM A A — T %R~

4, 22T, AW cis-1,4-RY A V7L BUOFEIZ PSTMS & %
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L T\ %, DPNR-grafi-PSTMS-b-AE @ TEM A A —|Zi%, Ak T
cis-1 4RV A VTV R FRIEDPR@AE L, T/~ M v AEEE
RFFCTE TV T ERBIZ S v-, —7 . DPNR-graft-PSTMS-d-AE
Tl cis-1,4-R YV AV 7L R F R PSTMS O~ R U w7 ZIZ5 8L,
T/~ U w7 AEERFETETWDL Z ENBIE I, i
7t b UAHHIZ X Y IZ DPNR-graft-PSTMS-b (28 £ TV 25 R
T/ w—¢HRER)v—DBREINTEZ I EEZIOND,
DPNR-graft-PSTMS-b (& Table 5-1 THWE / ~—HALEHEE R L

=N, FOLLIIERNIGETE ) ~v— LR ERI~—ThoT=2 b

"5, —J . DPNR-graft-PSTMS-d TlL, RKIHE/ ~v—LKRERY
~—(XHE < PSTMS B cis-1,4-RU A YV T LRI/ 77 B LT
HTENHBMNETRS T,

No.b (x5K) el No.b(x10k) | ’ No.b(x20K)

Fig.5-5 DPNR-grafi-PSTMS-b-AE @ TEM A A —°
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No.d(x10k) No.d(%20Kk)

Fig.5-6 DPNR-grafi-PSTMS-d-AE @ TEM A A —

533 GloRMEE

Fig.5-7 |Z DPNR, DPNR-graft-PSTMS-b, DPNR-grafi-PSTMS-d F &
O7 % b i =4 (DPNR-AE., DPNR-graft-PSTMS-b-AE, DPNR-
grafi-PSTMS-d-AE) DS /)-OF iz ~d, 2 hr—n b LT
@ DPNR OfEWIIS ) DfEIX 4.9 MPa Th o7, /<~ v 7 2
& &9 512 X W, DPNR-graft-PSTMS-b 5 X ' DPNR-grafi-
PSTMS-d DAL ) DAEIX DPNR O 2 51272 0 | Z 1 Z41 8.1 MPa
BXO85MPallle o7, —J7, WO 7D fEIL, DPNR, DPNR-
graft-PSTMS-b 35 X Y DPNR-graft-PSTMS-d CIFIXFE L Th - 7=,

Fig.5-7 Tl&. DPNR-AE OIS /1 DfEIL, DPNR @ 4.9 MPa 7> 5
0.8 MPa ~JH L7z, ZHiE, 7 hrdiHic X W IEE N BRES N
ZEILEDEEZBND B, DPNR-grafi-PSTMS-b-AE DAL T D
B, 7' P rAHIC LD RROSE ) v —B X ORERY v —03R
EENT-Z & &KL T, DPNR-grafi-PSTMS-b @ 8.1 MPa 7> 6.3
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MPa ~J8/) L 7=, —J5 . DPNR-grafi-PSTMS-d-AE DREKTIG T OE I,
DPNR-graft-PSTMS-d L 1ZIEFRI L THD 8.8 MPa Th o7z, Tl
TEM A *— (Fig. 5-6) [Z/R S LTV 2 X 9 12, DPNR-grafi-PSTMS-
d-AE TiX, 7 F L THF /< F U v 7 AEEDR RS T
Wz iz ThHrEEZLND,
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5.3.4 EhEREEME
a. = LARAHBEERC 35 1T B B R 2R D JE I Bk A

Fig.5-8 |Z DPNR-AE ¥ X UF DPNR-graft-PSTMS-d-AE @ 30 °C T®?

ArEitE =R (G)) DR %7779, DPNR-AE @ G OfEILK]

0.1 MPa T& > 7273, DPNR-graft-PSTMS-d-AE @ G’ DE 34 0.4 MPa

Tholz, ZHIZED ., T/~ ) v 7 AEEEEKTHZ EI2LD

G DIEIXFEI ORI 4 512720 Z WAL E IR0 T2,

log (G'/Pa)

bl
D

58 |
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o

5.2 |
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Fig.5-8 DPNR-AE 15 £ O DPNR-grafi-PSTMS-d-AE @ 30 °C (25 1F

D G O B ARAFE
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Fig.5-9 |Z DPNR-AE ¥ X U8 DPNR-graft-PSTMS-d-AE @ 30 °C T®D
MR (G7) OB %E~7, DPNR-AE ¥ X" DPNR-
graft-PSTMS-d-AE @ G”OAEIXIFIZER U, #J 4x10*Pa THo7=, T

50 G OEIL, JEWEEREL D D L,

4.7
4.6
DPNR-AE
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st Vmaangsree.,
- | Em a ; * o9 * o o
Saa "fsamgg
g
4.3 DPNR-graft-PSTMS-AE
4.2
4.1
4
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Fig.5-9 DPNR-AE ¥ X U8 DPNR-grafi-PSTMS-d-AE @ 30 °C (2351

% GO JE AR AT

Fig.5-10 {Z DPNR-AE 3 L U8 DPNR-graft-PSTMS-d-AE @ 30 °C T
DK ER (tand) OJEW UL 7%~ , DPNR-AE O tan § 1 3JE
O AN —FRANTIK T L7223, DPNR-grafi-PSTMS-d-AE Tl
JE LA~ DRI NS Do T,
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FAREE T2 X W . DPNR-graft-PSTMS-d-AE @ G, G”. tan

ONTJEREIIZTE A CIKEHE LN ERHLMNE o,

0.3
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Fig.5-10 DPNR-AE 35 J O® DPNR-graft-PSTMS-d-AE @ 30 °C 23513

% tan ¢ D JE AR A

b. EHRAPRE P 0D I EE AR A

Fig.5-11 |Z DPNR-AE £ X 8 DPNR-graft-PSTMS-d-AE O JE % 1

Hz T G DR FERAEME: % 73, DPNR-AE @ G’IZ. J-60 °C T DPNR

DH T AT L0 RIEIIET U722y, £l EOWRE TiT = 0K

PG A L T E A ER b Lo e, ARRIZ, 7/~ U v

U AHEE % A4 % DPNR-graft-PSTMS-d-AE @ G I3, £J-60 °C T DPNR
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DA T AEBIZ K VKT L2s, TR EORE TIEIE L A EZELL
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Fig.5-11 DPNR-AE 35 & U" DPNR-graft-PSTMS-d-AE ™

G DIRFER AT

Fig.5-12 |Z DPNR-AE 3 X U' DPNR-grafi-PSTMS-d-AE &5 1

Hz TO G"OIRJEREMEZ R, 2 TORET-65°C £1TIC NR DX

7 AT T 5 B — 7 RENT,

112



%5 B

log (G''/Pa)
o

DPNR-graft-PSTMS-AE

4t DPNR-AE

-100 -50 0 50 100 150 200
T/°C

Fig.5-12 DPNR-AE 35 J: (! DPNR-grafi-PSTMS-d-AE O

G DIRFERE

Fig.5-13 |Z DPNR-AE 3 & U' DPNR-graft-PSTMS-d-AE O J& % 1
Hz T tan 6 DIREARFEZ T, B2 TOAET-57.5°C IZNR D H
T AR K D B — 7 3BTz, DPNR-graft-PSTMS-d-AE @ tan 6 O
E— 7 mSILDPNR LV HiK0 o7z, tan 61X G7E G'DEETH Y |
NFETFVXF—HBROMBIE L ST 5b, L7=n-> 7T, DPNR-grafi-
PSTMS-d-AE (X DPNR-AE XV & =g /LF—RA/NI N &3

HnElpol,
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1} }. DPNR-AE

DPNR-graft-PSTMS-AE

-100 -50 0 50 100 150 200
T/°C

Fig.5-13 DPNR-AE 35 J: (! DPNR-grafi-PSTMS-d-AE O

tan & DIE LKA

c. Bif-IREREROEAIZ L D~ A Y — 1 —7 Ol

B 45~50 |Z DPNR-AE ¥ L OY DPNR-grafi-PSTMS-d-AE O -
70~140 °C OFRETD G°, G B L W tan 6 O FREEAK T Z R~ T,
G’ GBI tan 6 DIRFERAFMETS K OVEIBREUR AFE IR -5 B 4
BAZEAT LIl W~ AY—h—T 2Bk LT, 2 2 C, K
JEE (T) X DPNR OJF$%k 1 Hz TO GO —Z7iREEL Lz, £
T T CHIE ST tan 6 OEEEBUAFED T — 2 2 gL L, &Kl
T B AL tan 6 O JEEBUKTFIE DT — & % B Eohi 3T L TR
T2 LI VERGDEEToM, 2O 7 MaEE L THY
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T 77 H— (ar) RO, ZO ar FHOTHKIRETHE LN
GBIV GOEEEKEEDT — % % BRI st L CRBE L
7o, GBI G ZERICEREDLELT-OICHBEI 21T 72, Z
D7 FEE LTHES 7 7 7 7 Z— (by) RO FHNTZ G,
G"B LV tan 6 D~ AKX — 1 — T ZHIUS 51~53 ITR”" T,

Fig. 5-14 |Z DPNR-AE 35 X O DPNR-grafi-PSTMS-d-AE @ ar D JE
A2 R T, RIZLL T WLE X (X 5.1) 2HVWTREL -7
ar DEEZR L TVW5,

13.9(T-T)
43.5+T-T,

logar = (5.1)

DPNR @ ar D} & O DPNR-graft-PSTMS-d-AE @ ar OfEIL T, H>
5 T+150 °C OFH TIZIEFR L Th o7, ZHHOfEIL, WLF X%
HWTHMES o fE & —&H L7z, % 2 FTlL, DPNR-graft-PS OEIHY
FEBE X PS O D DPNR & IIKRE S BARD Z RS,
Tk LT 5 BETIX, DPNR-graft-PSTMS-d-AE (21X PSTMS D
213 < | DPNR-graft-PSTMS-d-AE @ ar Offi% DPNR 5 X 8 WLF
ANEHWTCRDTZ ar DELFRICIZR D Z ERbroTz, ZHITE D,
-70~140 °C |Z31F % DPNR-graft-PSTMS-d-AE OB KGR 0 L &
fFMEIX.DPNR ERICTHDH Z ERH BN E o7, 72> %  DPNR-
graft-PSTMS-d-AE OFEFIIZ DPNR ERIUTH D EEZHND,

115



%5 B

a
2 0
|
0 o)
)
n
-2 Q
-
L
~ -4 -
S N
@,
=)
1 6 “.\
)
LAY
8 O,
[ -
@ LT
-10 @ 5.’;‘*-_
00 g oI mm——as C
- - N [}
12 ©e 4B
A
-14
-50 0 50 100 150 200 250
T-Tr/°C
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Fig.5-15 {Z DPNR-AE 5 X O} DPNR-grafi-PSTMS-d-AE DOffts 7 k
7 7 7 Z—br ODIREKFNA R, DPNR-AE 3 L' DPNR-grafi-
PSTMS-d-AE @ br i3 EH B & H 7 AEBIRE (T,) LA ETIREICK
U CHFREIMT 2 Z LR anic, BEOHETIX, br PMREEITKE
L CHFABEMT 258 1E= > b E—@ MR TH D . by B H
TR T 2 A IF = RN AN TH D 2 LAl ST
Wb, i, DPNR-graft-PSTMS-d-AE (X, br 2NEEE I L CHFH
WmL7zZ enb, =y ba =R R > TS LB X
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bivd, ZOFRKE LT, &/ ~—BGARPMERNZOT /<~

o J AREEDIER ST, cis-1,4-R Y A YV T L U RiA- DS H S
LTCWEZENEZLND,

° A
o o o ° °
o« ¢ °
0.5 B ... o ° P o L ] L]
..
< o B
) °
= °
0
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T-Tr /°C
Fig.5-15

DPNR-AE 15 & O DPNR-grafi-PSTMS-d-AE O#its 7 b

7 7 7 B —br DIRERLEVE

(A. DPNR-AE ; B.DPNR-graft-PSTMS-d-AE)
535

T/ VxR N7 BT ORKT LOFMESR
Table 5-2 {2 DPNR-graft-PSTMS-d-AE O )/ ~ ~ U » 7 A DR

(G*w) . T/~ R o7 RTEET H AT 0 RT3 — @ g R
(G*sr) &7
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Table 5-2 DPNR-graft-PSTMS-d-AE (25517 2 sl R L OVEHE T

IVDINT A —K

S 1 ¢ T/ V. G ' G5z G*
ample . Y ome Ve ¢ /MPa ¢ /MPa  /MPa

DPNR-grafi-PSTMS-d-AE 0.004 0.19 75 0.806 0.023 0.427 0.884 0.912 2.06 2.192

T, cis-l 4RV A YTV R RINCHEET 2~ R v
ADIEE (T) X TEM A A— (Fig.5-6) 7°5 75nm & RS - 7=,
DPNR-graft-PSTMS-d-AE DGjpld 2.06 MPa Th o 72, GHgr 3/3NT
R T R —DOMERO ST & 1ZIER L CTH -7 2 & 25, DPNR-
graft-PSTMS-d-AE (2517 % PSTMS O &IV 7< TH ST/~ U v
7 AN ENTZ Y AT I RABIZIEANT o I A=0RE S

TS Z LRI E NI,
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5.4 fEm

TT w7 ADIRRETIRFEZ VT /37 AL LT RIK = A
AL Ry 7 ZRBBHERNTIrAEZEHE /) ~—Thbs STMS
777 MEEAIELE A HAHRE ) v~ — BB L OBEHIR
FE£73 0.5 mol/kg-rubber 5 & T) 0.033 mol/kg-rubber CTE ./~ — X HZRD
50 %Ll b & 725 DPNR-grafi-PSTMS % iiHl L7-, #5547~ DPNR-
graft-PSTMS OE/NL 7 4V —% TEMBIE L7 2 A, EHEREN
1 um O cis-1,4-8 U A Y 7L R 1D E L+ nm O PSTMS OF ./
~ M) w7 AL WL Z ERRMEnz, YUV aF/~ KV
v 7 A Z R L 72 DPNR-grafi-PSTMS DA /1 OfEiZ, DPNR
L VK10 5E <. GDEIXZDPNR O 45 THDHZ ENPA LN E 7

7,
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v 7 ANEHEZRR 1 um D cis-1,4-R U AV 7 LR 703 LT
WA Z L EEFR L7c, DPNR-graft-PS 13, 7/~ MV v 7 ZAfEEEE
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DR X < B, DPNR-graft-PS (I RINT LD F /)~ b U w7 AFEEN
P R IET B ERETT 2ET L E LTI S 202 E A L2
Eirol,

%3 B TIX, DPNR IZT T v 7 ADIRHET VTES #2777 Mt
BTHZEICEY, YU/~ ) v AEEEA T H RN L
ZiEl LU7-, TEM #5212 L V. DPNR-graft-Silica (%, & X%1+~200
nm OV AT IRFDEITHBLIET )~ Y w7 R ER
1 um OLZERRYTHD cis-1,4- KV A V7L R0 gE L=
)~ M) w7 AEE LR L TWDH I L2 R LT, VIES € / =
—ELTHWSZEIZKkY, YU BT/~ v AEEERTH
KR T L2 5720 O s, BAsAAIRE 0.066 mol/kg-
rubber 3 L VE / ~—IEE 1.05 mol/kg-rubber T&H 25 Z ENH L E
72572, DPNR-grafi-Silica i%, ¥V 1}/ ~ MU v 7 AtEEZ T
2 LTk, WIS T3 OIS ) a3 EEFCd % DPNR XL
DHELIHMTLZ 2/ LT,

% 4 FECIL, Fix DSAfET DPNR-graft-Silica ZFH8 L, /< b
U w7 ARG L & OBk & FiET L7z, 97, DPNR-grafi-Silica |3
£/ ~—RJE 1.05 mol/kg-rubber LA I35 L OBHAA AR FE 0.099 mol/kg-
rubber LA LT/~ MU w7 AEEEZTRT A2 &2 A LT, KR
|Z. DPNR-graft-Silica, DPNR 35 & 1® DPNR-blend-Silica ® ar DAEI

WLF Rl K-> TRAELON-EEIZZRICTCHDL 2 AHEL, &

126



6B

VAt~ R w7 AEEE L T H BRI IR T LD
RATZT DB TND T EEZH BT L, £72, by OIREKRIANE
B/~ 1.05 mol/kg-rubber. BHAAAIEE 0.066 mol/kg-rubber
THHHL L 7= DPNR-graft-Silica 3L OVE / <~ —JEFE 1.5 mol/kg-rubber
PLECH## L 7= DPNR-grafi-Silica 1%, =2 hr & —gipE L =g /LF
— M2 RS 5 2 & 2 R LT,

HSETIE, FAHEZEHE /) ~—Tbhbd STMS & H\\CTii7e >
VAT F /= )y 7 ABEERTLHRKTLZHHL T,
DPNR-graft-PSTMS (%, &/ ~— ISP HEKT 50 % TH o 72H,
JE X%+ nm @ PSTMS O F /< bV v 7 R FEHELER 1 pm O cis-
LA4-R U A Y TV KAl T/~ My 7 ARERTER S L
TWAZ EERM L, 7/~ M) w7 RZEIZHB L= )
R DELIL 10 nm L FThole, YU BT/~ M v o AEE
Z TRk L7- DPNR-graft-PSTMS 1%, EWTIE /136 L O8N G OMED BT
&% DPNR D 10 5B LR 4 (5120 Z L2 R LT,

LEXY REFFETIE, VIES BELSTMS €/ v—& L THW
HZEIZEY, EFAFT )Y MY v ZAEE AT HRKRIL L L
TV IF /= ) w7 AEEERTHARARIL 2B L, T/
<~ MU w7 AMERE Lk & OBIR A RSBICIENT T 5 Z Lic kv )
~ bV 7 AREEPPEICRIETREL LT, S/~ b v R
B ULTey ) T PR DBICFEET 50 RI3—& LT
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D cis-14-RV A VTV PNEERKEIZH S Z L2 LN LT,
AWFZe1%, T LF T 7 ) a P —DFRED IR 5T RIK T L OMHFL
R SECEND LI TE D,
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(fF &%)

(% 4 E)
B 1. DPNR-graft-Silica-1 -70~140 °CIZ
B 2. DPNR-graft-Silica-1 -70~140 °CI|Z
BIYS 3. DPNR-graft-Silica-1 1-70~140 °CIiZ

P

BT 5 GO
BiF5 GO EMEAFE
BT 5 tan § O JE I AF

IR 4. DPNR-graft-Silica-2 ?D-70~140 °CIZ3651F % GO JEBR AT

BIHS 5. DPNR-graft-Silica-2 0-70~140 °ClZ

BIWS 6. DPNR-graft-Silica-2 ?-70~140 °CIiZ
f:

BIIHS 7. DPNR-grafi-Silica-3 -70~140 °CiZ

BIIHs 8. DPNR-grafi-Silica-3 -70~140 °CiZ

BIHS 9. DPNR-graft-Silica-3 1-70~140 °CIiZ
1

A 10. DPNR-graft-Silica-4 -70~140 °CiZ
BII#s 11. DPNR-graft-Silica-4 D-70~140 °CIiZ
BII#s 12. DPNR-graft-Silica-4 D-70~140 °CiZ
{162

BII¥s 13. DPNR-grafi-Silica-5 M-70~140 °CIiZ
BI#S 14. DPNR-graft-Silica-5 M-70~140 °CiZ

B 15. DPNR-grafi-Silica-5 0-70~140 °ClZ
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BT D GO BB H KA
BT 5 tan § O JE I AF

BT 5 G OJEWEIEATE
BT 25 GO B HARAE
BT 5 tan § O JEKEBUKLF

BT 5 G OJEPEIEATE
B2 GO B EMATE
BT 5 tan o O JE W EBKAT

BT D GO RBEEMATE
BT 5 G ORI AEE
BT 5 tan & D JE P EAKAF



N &)

P

B 16.

DPNR-grafi-Silica-6 7-70~140 °C{Z

B 17. DPNR-graft-Silica-6 7-70~140 °C|Z

B 18.
P

B 19,

DPNR-grafi-Silica-6 1-70~140 °C|Z

DPNR-graft-Silica-7 ?-70~140 °ClZ

BT 5 GO
BT 5 G OB A
BT 5 tan o O JE W EAKLE

B D G OJEBEARAFE

BI¥ 20. DPNR-graft-Silica-7 7-70~140 °CIZ BT 5 GO JA M5 F ik

Bl 21.
P

B 22,

DPNR-grafi-Silica-7 ?-70~140 °CiZ

DPNR-graft-Silica-8 ?-70~140 °ClZ

AI¥S 23. DPNR-graft-Silica-8 ?-70~140 °C|Z

Bl 24.
P

B 25.

DPNR-grafi-Silica-8 -70~140 °CiZ

DPNR-graft-Silica-9 ?-70~140 °CiZ

A 26. DPNR-graft-Silica-9 1-70~140 °C|Z

Hs 27,
P

BT 28.
BT 29.
B 30.

nis 31,

DPNR-graft-Silica-9 ?-70~140 °CiZ

BT 5 tan 0 O JE BT

BT 5 G OJEWEEEATE
B 5 GO JE WK ATE
BT 5 tan 6 O HAKTF

BT 25 G OJEWEIEATE
BT D GO JE W E M AT
BT 5 tan o O JE W EBKAT

DPNR D-70~140 °CIZ 31T 5 G’ D AR E A7

DPNR D-70~140 °CIZ31F 5 GO JE R BURF M

DPNR D-70~140 °CIZ 31} % tan & D J& I HAR 7

DPNR-blend-Silica ?-70~140 °ClZ
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B 32.

Bl 33.

P

B 34.
B 35,
B 36.
B 37.
B 38.
B 39.
B 40.
B 41,
B 42,
B 43,

B 44,

DPNR-blend-Silica D-70~140 °CIZ31F 5 GO JE R E M 71

DPNR-blend-Silica D-70~140 °CIZ331F 5 tan & O JEH IR EAKRATF

DPNR-grafi-Silica-1 ® G,
DPNR-graft-Silica-2 © G,
DPNR-grafi-Silica-3 @ G,
DPNR-grafi-Silica-4 ® G,
DPNR-grafi-Silica-5 ® G,
DPNR-grafi-Silica-6 ® G,
DPNR-grafi-Silica-7 ® G,
DPNR-grafi-Silica-8 ® G,

DPNR-grafi-Silica-9 @ G,

G'BXOtand D~ AKX ——T
GCRBIXOtand D~ AKX —H—T
G'BXOtand D~ AL ——T
G'BXOtand D~ AKX ——T
G'BXOtand D~ AL ——T
G'BXOtand D~ AL ——7
G'BXOtand D~ AKX ——T
G'BXWtand D~ AKX —h—T

G’BIXRtand D~ AKX —H—T

DPNR O G', G"B I WNtand D~V AKX —T—7

DPNR-blend-Silica ® G’

(3 5E)

RIS 45.
B 46.

RIS 47.

DPNR-AE D-70~140 °CiZ

DPNR-AE D-70~140 °CiZ

DPNR-AE D-70~140 °CiZ

GBIl tand D~V AKX —H—7

BT D G OJEPEA A
BT D GO BRI ANE
BT 5 tan & O JE P EAR AT

BI¥S 48. DPNR-grafi-PSTMS-d-AE 7-70~140 °CIZB1T 5 G’ D JEH &

A7



N &)

BI¥R 49. DPNR-graft-PSTMS-d-AE D-70~140 °CIZB1F 5 G0 H %k
A7

B¥s 50. DPNR-graft-PSTMS-d-AE D-70~140 °CIZ 31T % tan 0 D &K
BARAFE

BI¥% 51. DPNR-AE 35 X OV DPNR-graft-PSTMS-d-AE ® G’ D~ A X —
H—=7

B 52. DPNR-AE 3 L O DPNR-graft-PSTMS-d-AE O G”D~ A X —
H—=7

B 53. DPNR-AE 15 X U DPNR-graft-PSTMS-d-AE @ tan § D~ A ¥

— =7
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