DOT: 10.18957/r1.6.2.325 SPring-8 FI MR RE Section B

2016B1557 BL19B2

/N X RRBRELIT & D RimBERe b = 2k & A7z
BEAWHRTOY Y b D= RTFEBHEE DR (2)
Analysis of Three-dimensional Hierarchical Structure of Silica in
Formulation with Advanced Rubber Material Having Functionalized
Polymer Ends by Small Angle X-ray Scattering (2)

MR T, Bk EHE BiE K TE I LA i
Takuo Sone, Tetsuo Tominaga, Takeshi Yuasa, Hirofumi Senga, Hiroki Yamamura

JSR Rz At
JSR Corporation

IRIRE 2 A VIV DI D KIREEREIL A F L > » 7 H Vo T LDHEERT — % & LT, BL19B2
(TR L7 BT E A B L, IR = 2y — N R SER03 5 ) &/ X BREL O R
RERIIE 24TV, AlisRAl & L O S5 v ) OBEIRIECHEHGE O LR $8 2 Bl Lz, it
RO E, FHIRANC KT 2 ZRTBEMGR ORI RE o7z, £ LT, B
DR E SIFIEREROF IR L, EA KK & MiRAIER & OMBEEROBRI N, EIBRFO§E
FIRRECRE B IR & < BBE RIF LT,

F—U—F: G A, Kintaelt SBR, U U, Ih/1, /M X #rEGEL

HREHERE®

RE 2 A YOS TIE, 7V v 7 H0MmAN:, TEREMED T ZAEZTD 73 6, #8230 K
PLO/NS O EBRER T 2B Z BT O2MLERH D, VB I T =4 EAEIC X K& e
fbL7ieRAF Ly s 77X 35 (SBR) X, EANRKRICEA LI EREESMEAITHDH Y
NRHN—R T Ty 7 WIS ES Z LIk, BRVIEFIAZRE T 2B TH D, Zh
ETOMEND, BAITREOEREEEN VU I OSBREBICEELZ KT 4, 2L TN
S7RERN D P R THAOEF IR, U BRI B L TV D I & & UG X ORI EGEL
ELLHLMNCLTE[], £7-. B TIEL, SBRIZ U HELAW DN T L — k% 200%3E{H
SHTREECTH/ME X BREEL (USAXS) HIIEAZITVY, IRICHGELE O B I7MEOE X A3 SBR Ak
ICEALTEREDHER TR Z L2, TV ) EEREEOEFICEL KT L
ZEMERNCH SN L72[2]e Lo L. HHIRHAI D4 Btk RE P i & = 2y & od X 9 1T HE
LTV B ODIAFEN BRI S 71370 TREZ2 SR %0,

LML OMEERBA I = X L& ffAT 57 7 u—Fo—o L L CHEME S T8 115 (MD) >
Ral—varPaEEZLN TS, Bxld, RKIBHEEE(L SBR OFSEEI I A I = X MR %
HAYIZ, SPring-8 ® & — A7 1 (BLO8B2, BL24XU, BL19B2) TilliE L7= USAXS 7 —# % H
WTHIBERM O BORTEZ T L. 21 6 O BCIRIEE T V&2 W e REBHGEAAL MD X = L —
Va v EANALTTo TS, £ LT, MRk O BORIECEHERE ., FI2I1X SBR/AH A O
FHEAEFSOZEAG 6 FE 23 i - B A AR KA TR 2 DWW TREF L TV A [3]. [4], A El. 2o
2l —Ya VOEZRIET 5720, BLIOB2 (& —HlIEMEEE 2 F DA, i /-7 I hifp &
USAXS DIRIRFRIE 2> & | FEHIEH O#TRA| O ERERE, R EREE OZ L LIS T A 1E#
1S5 B TEREIT- 7,

FEBX

—WkH e ) B 7T = VEAEEHWT EREEHO SBR A LTc, ALz SBRIX, EHA
RO KRIHEREIL 2 L7272 W R M SBR (SBR[i]) EERMSIZT 2 /LT raxy v U ik
O TREOEREIL A A L KEtREL SBR (SBRIii]) B X OVMEKRIRIC T Lo v ) LAl
A L7-Kuitkheft SBR (SBR[iii]) THd, Zi#n SBRIZ, @Al THH U b D W IEH—R
> 7Z w7 (CB)., TABRARKN, Mk OMHAEKLEZRML, NN —AI 59— TR

325



DOT: 10.18957/r1.6.2.325 SPring-8 FI MR RE Section B

0 #. 160 °C T 40 /[~ L AR 247 - 72, £ 53072 2 mm JEO NG = A > — b & USAXS
OREIZH W=, BE—=AL T4 I BLI9B2 L, X =R /L ¥ —% 18 keV |2 L T USAXS (5%
el 2s, I A TR 41597 m, BELZ hOoVEERE 0.004 nml<q<0.2nm™Y) ZRPE LI, AT
FEOKEZa T —4 U BoEFE— 27 2N TiTo 72, B =A% A X349 200 pm T, # s
DECTRIS #L# PILATUS-2M % Fu 7=, 2 A 3E O IEfR & Z DBR D 58RI SR T —dil i & &
B L. EBAREINT AR R O ARE T AN U C IR & 72 D ALE REFR CIEM S 72 23 HHIE L
Too MEHE 2 mm/s OIERE CHEM S, R L7ed S 0-200% D& € 1 18 S 7, USAXS
159 40% D EAMFE THIE L, B ERY 2508 T 11 KMED “RIeEkELT — ¥ 2157, RERR
T, AT T IRICHELR O B I7 M 00 (R S 7z 0-200% 0D 7E A FEINELFE T > USAXS HlE
ZATUN, JEMIE R OFFTRA D BRI REZEAY, & i ) DFABE & RRIE L 72,

# LIZARIERICHWN IS L2 — oY 7 vazE &7, SBR[, [ii]. [llijickL TV
713 HME CB % 50 phr (phr (%= A& 100 (S5 2ECAA O EET A2 R THA) A L2k,
FREE2AE L= i > — Rt 2 65 L7=, SBRIIii]IZ Z 5 Sample-1-5 12D T . — il A {24 i
ZHWTERE, JHE1E LN USAXS OIRIEHAIE 21T - 72,

#1 BELFEBRIHEAH LY T

Sample SBR R B RE S FFRANEEE | AHoRAI S T AR
Sample-1 SBRYJi] None Silica 50 phr
Sample-2 SBRYii] NH2&SiOR Silica 50 phr
Sample-3 SBRYiii] SiOR Silica 50 phr
Sample-4 SBRJi] None CB 50 phr
Sample-5 SBRii] NH,&SiOR CB 50 phr
BRBIUBLE

RIIZERER 2 FF7= 72\ SBR[i] &, £ L T,
Kiglc T I 2 ke T7vax v v iks,
Fix7vraxs s A EREZFNRENEAL
7= SBRYii] % 721% SBRYiii] % Hv T Samplel-5
O 2z R L7, Zho 7z
— i 5 AR X723 B USAXS HIlE & 5
fi L 7=, 112>V #% 50 phr B L7z
Sample-1 3 X O 2 DI f1-E AR % R~ 9,
. KHIZR L7z ak 13, USAXS OHIE S
Thb, X1 08RTHEY, IEHEFONT)-E
HEHRRIT Y U T CEII NS o T, —
RO BEOIGII-E AR CrX, RKimbkaeib L 0 - : : :
7= SBRYJii] & f v 7= Sample-2 ™ J5 73, Sample-1 0 50 100 150 200
WX LT, R LERCRT A1 EmL 785 Strain/%

B 1% TG B \ = S
gig%;fﬁgﬁfizg :SB};R%ZEH;}O?:O = 1. Sz_ar_nple-l/\%‘J:U“ Sample-2 D) 17-78 A Hh

Wi, Sample-15 (> 0% ey, (SBRISilicafiee)

60 %, 100 %. 140 %, 180 % & fifisk L 72 BRIC[EIRFHEIE L 72 USAXS O Rt 2 X 2 1277,
FE(R AT, KO ETFHEICHE L TWD, &3 v 70 & SR b o BN 0 R e HGEL S IE
BEMAERL, YU THDHVE CB OREIRENIEMIZE Y ZILT 25 Z a2l Lz, i
BL19B2 (2014B1589) THUZIEMURAE CTHIE L 7= FEBAE R & Rgk, KRmlcT I /LT =
FUU UV EE AL SBRli] & U B OMAEDETH S Sample-2 13, MR HRER & Fr
7272 SBR[i] & 3 U 4 DFLAEHE TH 5 Sample-1 & Hri L TR, ZEH G D TE 60060 5 TH
FHENATTRY | EHEAEMT DIE EMOREGEEZ RS Enyhote, ThDBREEDA

--:Sample-1 (EE{EF) f

- —:Sample-1 (RYE) }[
--:Sample-2 (FE 81 B)

| —:Sample-2 (RYEF) e

N WA 1O

Stress/MPa

326



DOI: 10.18957/rr.6.2.325

SPring-8 FII AW FE R REE

Section B

U D7E%, SBR A & FEHANRE O AN DR E OEWBER EHEE L TV D,

1c(FE60%)

g

2a(HEfHai)

2¢(Z60%)

3c(Z60%)

4a(GE{RET) 4c(E60%)

o

5c(Z60%)

1d(Z100%)

<

2d(Z100%)

3d(Z100%)

4d(Z100%)

©

5d(Z100%)

1e(E140%)

<

2e(ZE140%)

3e(ZE140%)

4e(ZE140%)

°

5e(ZE140%)

1f(Z180%)

<

2f(Z180%)

3f(Z180%)

4f(Z180%)

o

5f(Z180%)

] -] ] -]

2. Sample-1-5 OB FEA FLIZ 1T D IR ITCELELIRE Sy A

2 THRONTIEMIFO “ROTHELB O 5 6, BIGMEOEN ik B I A B L7z Sample-1 & 2
[ZOWT, MEREY, FEMfRC Sk L CTx15°, 35 X OVEASHHIZ ) L Cx15° D #iIZ B L T —%kotfb
JLBR 21T\, X 3 IZZ VNV DAERIRF(AR) & B0 FE(GERR) D -l 7 e v N &R, KH, (A) & (B)
I% Sample-1 @ 60%33 1 T8 180%{H K, (C) & (D)% Sample-2 @ 60%:35 & U8 180%( H = HE > — kIt
TRT A NEENENR L, £ LT, SRR R RO [ B 14 (360° D& THLAE), AR I
ReWRFD LM 5 7] O 25 (A 256k U C+15° OFEFH),  F I3 R RF 0D LA J5 1) O S B (1B A Bl 2 %f
L CHISPOHIPH)OFERZ, F7-, SR A & U OR LIZEMETo B EY O — k7 a7 7
ANTHDH, £E (60%HIE &F L (180%) D SO K B ZF7-72 > SBR[i]1% A
V7= Sample-1, = L C, /& T (60%fH ) &4 T (180%) 23K uikae(t L 7= SBR[ii] % A\ 7= Sample-2
D gl Fuey NTHDH, R TR LI HREOEEL Y v 7 7 A V& g5 &, Sample-1 & 2 T
HipoTHEY, SBR KIGIEATHEREDOFEIZL - T, EMO LT ICEAIRRRIZEND
HDHZ LMD, Sample-l DIFE. VU I O—REHERDY A ZAOFRIEL RS gl Ty FD
JHONLEDMEMET (1la) TiX g =0.01-0.02 nm 17223, 60%fHE (1c) CTIXMER Y., MEM G

327



DOT: 10.18957/r1.6.2.325 SPring-8 FI MR RE Section B

FOERFATHRONIZBELT 2 7 7 A L BFEONEIL la & OZETA LT, U I OREIR
OEIT/NEDoTz, LarL, 180%F THE (1) ¥ 2 L MHEEHNGHE ol 77y B
AL L., ERFETIRIFE A EBN Lo TzDIcxkt LT, T HIE g =0.03 nmt & EARIC
7 MT D Loz, Sample-1 TIEAMIRIZfE > TG AN Y A XN EL 2D ) AD
BHEMEE LT D Z EVRIE S T,

1000 2 /q mm) o 1000 27/ (n)
L HI L 1973 ¢
— @ 1a (FE#ED) — : 1a (GE{#a0)
1000 | --:ic (ABWY) 1000 - : 1f (BETEH)
F —:1j s —:1g
-- 1 1c (EM®AR@) -- 1 1f (EHA5E)
—:1j —:1g
-- 1 1c (BEXAME) : 1f (E3XAE)
- 100 | iy - 100 |+ 1
£ £
= 10k Z 10E
L@ L ®
Sample-1 Sample-1
1c, 1j (60% &) if, 1g (180%fH )
o1 b e : o1 b e g
0.01 01 0.01 0.1
q (nm ) q (nm )
1000 27 /q (nm) 100 1000 27 /q (nm)
(3835943 1 1387%8¢9 ¢ 13851534 3 3 [ A
. TSR . s
1000 “.:32(5_4%\1) 1000 ".::é? (FEAD)
: 2 (REEP) —: 2g (METY)
-—-:2c - 2f
1 2j (GEMERAE) ; . —: 2g (E#AHAE)
100 E --12¢ 100 . =~ T - 2f
ﬁ E : 2 (B3EHE) 3 s : 2g (BEXHA)
£ g
S 10 2 10k
1k (© 1 (D)
t Sample-2 Sample-2
[ 2¢, 2j (60%{HE) 2f, 2g (180%/HE)
01 bl e | 01 bl e :
1 ) 0.1 0.01 0.1
q(nm ) qm )

3 VUBEEA L Sample-l 8X 02D gl 71 v b
(A)X Sample-1 @ 60%fH -, (B)IE Sample-1 ¢ 180%fii £, (C)i% Sample-2 @ 60% H £ 1, (D)X
Sample-2 D 180%fH R D—RIL 7 v 7 7 A b BHRTIEMERE, FERUTRE Y FEO —RITHEL 7 1 7 7 A
Mo FERRRIEAR R R D P BR -2 (360° D HEFH T24)1b) ., ARFRIFAR R R D LE A J7 /) 0D S5 (EAf il (2 % L C
+15°DHIPH), FRIIMP R R O EA T [ O SP-E (EAZHI T & U CT15° D), SE8ITIEM T O B8RP
O—W7Tua 7 7 A,

—7J7. Sample-2 i%, JEfHET (2a) 225, 60 %f5E (2c), 180 %fHisE (2f) LEDOKE IITEKAF
LTl 7my hHZ{L L, Sample-1 & b THIEOYMEEN S > U I OEERIEN LT 5
ZERHLNE ST, gl ay NTHKT S L 2a DRT q=0.07nm Tt OJF A, BT AT
HIRIC K ABELT 2 7 7 A VN DT L L LRV DX LT, I ROREL 71 7 7 A )L
IIRELSEE L, ZOFEMN 2 TiEq=0.03nm™* & K& /M, 2 LT 2f TIEHIZq=0.02nm™
E/NAMNZ S 7 B LTz, Sample-2 Ti&, RPN G 2V I — REEEIR OB 23 B 7 17 ThiaE
D, BHENBKELIRDITONT, TG RA~OBLA IS 725 EHEE LTV D, BLEDFERN S,
SBR DA B AE I DA HE TIEHRFD 2 U I —IRERER D EEEMIE - IEEEEDPRE< LD 2 L

328



DOT: 10.18957/r1.6.2.325 SPring-8 FI MR RE Section B

2, LT, ZOZEGIXA BRI LBl E CH 2N E LD Z LR gD ol

Fo. BEANRKIMOBEREDOEEIIR Y O U b OREIRREICZE L E KIETZ E RN o T2,
Sample-1 TiZk, X 3 ® 1c GEfiig) & 1j (YK, 1f GEERE) & 1g (RO ) ZH#T 5 &
MBS, R HHB L OER M E BHEL T 7 7 A VB OZETIFEAER DN -T2, —
777C Sample-2 TiX, X3 @ 2f GEfREF) & 2g (RY K OLign 5, 180 %FE TS H7- 2g
OEELTm 7 7 A MT 2f LIFEAEENRR OGN o7, —J7, 2c GEMRE) & 2 RV %
el 32 & IR RERIR AT E B Z HID 60 WlHIERFTIL, 2c D7 v 7 7 A JVIXIEHR i m) &
RIFMTY U B —REERICHETIEE—7 OMENPKE S B ROEGHEZR L2,
2] CIXZORE—7 ONEICIHERATRONTIZ, EMIFL RV FTREER> Tz, &
U T —REEEIR O REERE - BB S, RIE eI 2 Fi72 72\ SBR[i)1% H V7= Sample-1 237E A
IHAF L CTEIL T D 0cx LT, Kl ERER 2 FF> SBR[ii]Z iV 7= Sample-2 TlE, /NE72E
B TCTEEEIRDOEE MG E D03, AR X B AR TITIEH AN T VIRFEIC T IR D Z &
DR STz,

X 1 CT/RUZZIEY ., ISJIRER EEE L D REDIG )75) 13, SAXS FEERFER & Rk, Kuns
BREOHFM TR D Z a2 L, VU b ORERE - BRSO Z b3S T7-2E 2B fr O Ik J15EFn
IR RIATT ARt 2 e Uiz, LU, IS JIRERC 8% KT IR 1%, & U B -
BEEEE OIS, AU ~—~ b v 7 AT OLEE#EC MO, BIZiE U -RY
v —REOE L EELEELZ TS, KIiEHEEEIL SBR O 2RI 2 72012, BIfE, KEE
ML MD 2 2 L—3 3 U T T 22D T 5, T07oicid, BT koG %
ERANCHIT CX DEEET VOIS, LT, ¥YIalb— g ORaEED=n, I L3EO
EWTC 2R D £ TOMEMBEIRIZ OV T, Hix RPESRME CHELER ZIT O MERH DH EE X TN 5,

A% OB -

AEIOEER T, SBR ORMEENEIEFD > U WEEROMEBIEEIC R X 2B s RIEFT 2 &
R Lo, A SN BELEBREE R A KM Y R 2 b— a3 VICEBT 2 2 & TR
FE & OB Z RSB 2T D L [RIRFC, B2 DR _ BT 7= 4lioe s R A FHE 45, —5 T,
USAXS % & L 7= i O IE H 200 %L F 7=, = A ORI RIS 35 s i =3Ik T o E 23
M TH 5, W FRTO S M EFER CIE A 7 — /L CHIEFRER E— AT A VORENEE L /R
Do AR, BEREHENAIRER E— AT A Y ERETT D &I U T AR IR O B 21T
IFETH D,

SE R :

[1] %3k fh, AT LHEES, 86, 249 (2013).

[2] BHREF i, SPring-8 FIFAFZER R4 3, Sect. B, 2014B1589/BL19B2, 596 (2015).

[3] EKEHE HPCI > A7 AFRAFFERRE R R E . mUpE A (325EFH) L hpl40082 (2014).
[4] #HE i, BART AREE. 89, 199 (2016).

©JASRI

(Received: February 21, 2017; Early edition: April 25, 2018;
Accepted: July 3, 2018; Published: August 16, 2018)

329



