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Fig. 1. TEM image of nanoparticles.
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Fig. 2. SAXS profile of nanoparticles.
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Fig. 3. SAXS profile of composite material.
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Fig. 4. TEM image of nanoparticles after stirring

processing.
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Fig. 5. SAXS profile fitting of composite material.

Table 2. Particle size and size distribution of
nanoparticles dispersed in matrix.
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x]RS, BE K, MR Bt
Takeshi Kakara, Dai Nagashima, Atsushi Izumi

FEER—2 74 MRt
Sumitomo Bakelite Co., Ltd.

BE © X AR E - 722 R8RSy o — D SRS / Cu S DB IS RHIEAR 12 DWW TG L7z, Cu
/8 R /Cu S D ZFERGED & 70 2B 2 PRy T =V DET UM E UTHY, 1A=V V77—

MZ X DRIE L 72 Cu(331) HD 2 IRTTEHFTERDEA%E cos a IEIT & D EHTL 7=

o, MPWRHIRAT— % H

W BT OLBIERIZ L b, WET O B (—40 ~ 250°C) 281 2 G/ Cu FE DR IG L L)

DUITEALIZEEI L, WEIRHZIS RS 2 2 & 2R L 2.
FWHHEZ R U, BB DR R ARG 2

BT, BiflE e Cu OEEETEMESMEIRE S &

LTWB I EAVRBI Nz,

*—7— K : residual stress, in-situ analysis, semiconductor package, resin-copper-interface

BRCEMRER

PR T — Y O EFENE - @R - mEEER
bz B 5 BT, BER Sy 7 — T R %
HOMEITH 5. FEROEMERILIZEY, ZTO}E
oSy or — U REIEBIIRIC S & & Bkt K
BUoRE, MmiEWE, ERUEENE, BV, s
EDREDRD S, TS IFPEERARYy r—YDE
WEHEEICEHET 2 HEERNTTHS.

MRS — IR EID, V) AR E DR T 5 —
A URBGI MR, TRk hEIEXhBE
PV —=FRI7L =L W\olz&Eh 5k DEEHM T
BB, NEMLS Yy =D, TOEGETIRIZE W TR
HERRTE - BWEAL - 2EH ) 70— 722 8 OO B H)
Tuv A %5720, BilgE L\ o 72 HMER O]
JZIRGREL (CTE) 72 & OYIMEED K & < F72 2 P RHH
DFHENZIFBIS DRI & UTERT 5. BEHIG
TFHEERNY T =V DEARK D L 7> THN, R
[ AR e ¥ AR A A A Yy X ket DR AN NI
E—FOERE DL, PEE Y r—II2E 1T S HHR
PY—F7L—AREIZ CuThb70, B/ Cu i

2 3BT BFRE IS DR DRESZ, 3B K OFREIS
HFERA N = A LOMEHIE, BERAY F—VDARR
FAEMHIL, SEHEERTOMAEICE T THE
BeE e 5.
BrFInETITEEERE e 0oty v F L —
vayvhv v R—%HW, sin? UIRIC & B pE Ky
=BT BEE/Cu FE ORISR % M
U&7, sin? U ki, R Cu sk
RO 723 U & X KRIEHT A OBIGR % fi#t 3 2 Sl F
HETH D [1-3]. LLEHS, EHD UITxd 20
FoTaT 14—V EAXY T ERBREDNRD L7720, 11
BT ORMEZEL, BB+ A—X—D
BT 0w 2Z0&TRITE T DI 2% FAI gt
57-0121%, WERHZ BN A — X —ICEifEdT s &
DIETH D, I T, 0WocHEE W7z sin® U
BT D 2 RFH T OIRIEHETFE L UT, 2RIk
ez W7z cosa EIZHEH U7 [4,5]. cosa HiE 2
TR R TR S N5 BT ER R DEAE R S 0 IET)
ERMTHFHETHD, HIC1FEO X RASAT
DT — X DA THHETH 2728, KiFmHlE

— 28 —



RERY— LT 1 VR - RS

R TRECTH 5. FE T 23— 2015A3330 &
£ ¥ 2015B3330 DFEERIZBWT, Cu fh/ Bk Ny
o — Y FHBEALER (HE / Cu D ZJEigiE» 572 5
PRy T — D E T IOVMENE D T RHMEiEARTREE 2
70, BB D X KRFESERER 2 2 &\ S FERER T o
BRI ITRHINZ BB U 7z, SIS MBGRRI A 7 — Y % A
W7z 40 ~ 250°C DE T T ZBFRIZ BT B REIG
ZALZE DLBEIZ LD, BillE O S E 2L & RIS
JIDOFBIEHIZ K U7z [6]. Lo L7Rdis, ik
X — Y O EEBEEABR T —40°C 13 & DKIRER
BETTOMOEEMBI NG /-, KETTIE cosa Ik
ZFH\WTz —40 ~ 250°C TOWET B X 2D IR
Z DIGHERMIZ O W THRE U 7=,

ES

PR Ny r =V DET MR LT, Cufl (12
pm) /AR Sy I — O F B LM RS (1.3 mm)/
Cu i (12 pm) O =JEHEED 5 72 2 SEHCRGER % 200°C
TOMBYEMRRIZIZ L D/EE L, 20 mm x 20 mm 2
o L7z (Fig. 1). BEEAVEE EABIEXS Y H
T4 7—%2GALTBY, ARFTIEI VAT 57—
BHEEORL S 3KEORIEEMFHLZ. ThThz
VAT 4T —ERERI LITHE-a (BH% 88 wt%),
BfiE-b (84 wt%), Mifig-c (80 wt%) &L, =z H
WTHER U 72 € 7 VAR % £ % sample-A, sample-B,
sample-C &9 5. ZZ T, FEMLENRY T —IDHE
EEABRIZE ) 5 Cu & DEEETMEE, BHE-a< B
fig-b< Bitg-c DIETHEIE-c BEd BIFThHh 5. 7254
ffig ® 250°C {L¥ D CTE I, —50°C %5 150°C
fHEETREBB LT —EMEERL, 200°C 5 KE
S ERU, #IRAEBRE (Te) 1% 250°C {13F & R
o7 RIREIZB T 2D CTE OKE S 13H
flg-a< #ifg-b< Bili§-c DIETH % (Fig. 2 ).

HEDLVA 77 b % Fig. 3133, RHINEYA 21X
V=LA MEEDNIY S Iy 2 =R =%,
A X AR & RBRAERR D 2T (p) 2330° &5
FOITEE U7z, AURMINBYA I II IR ER & v U 24
B, MARERIZLEHHE b —R—I1Z X BB &
D, N RREZATREL b KOG L. iR
BRI Cu $d o ol X fjid, &k & v EFMhc
HE LU X EBNRERTEA AV T —}h
(IP)(BAS-SR2025) % F\\C # 1 AL i CHIE U 7.
Bl CRU IP IC\EERFRS O -2 —%

KD B 72D DREEHERRIE LT T IV =7 A ERD R
B ZEGEE Uz, IR & BHEGUR o 2 g R 1
HEI XA T —Y 2T 22Ty FHEIDIT-
7o, PIEIZHAWEZ X BEO T 2L F —138.0keV, ¥ —
LY X303 mm x 0.4 mm & U, XSRS
FEHEL 2 min, FE¥EEURL 3 min & U7z,

TE R | Jvp BV B AR 2 AE L, 40°C 725 250°C

& 20 mm
20mm g 1.3 mm
Cu foil (12 um) Encapsulation
resins
(b)

Fig. 1. (a) Schematic image of Semiconductor pack-
age model for residual stress analysis comprising of
Cu/Resin/Cu three-layered sample. (b) Photo im-

age of the specimen for the residual stress analysis.
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Fig. 3. Instrumental setup for residual stress mea-
surements with an imaging plate detector by using

cos o method.
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Fig. 4. Two-dimensional diffraction profiles of Cu
(sample-A at —40°C) and Al-powder measured on a
single imaging plate at different sample-to-detector

distances of 83 and 77 mm, respectively.
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Fig. 6. AL—cos« plot for cured sample-A at —40°C.
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Fig. 7. Change in residual stress at the resin/Cu

interface during heating and cooling processes.
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Fig. 8. Strain quantity at the resin/Cu interface.
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Fig. 9. Residual stress analysis results for sample-A

(sample size: 15 mm X 15 mm).
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REo, WET O ATIZEWTHEIE/Cu &5 H I
BHIBHDPED B DIk sample-A TH D, ZTDIREIZ
—40°C TH B Z DL N o7z, F 724 sample
D —40°C 2B T 26 fEIZ, BED Cu & DEERF
ML H XK —ELTED, BRI DIFIENEEE
JEIEICE LTV D Z e RIBI Nz,

SHRORE

AMFHZ LD, —40 ~ 250°C DHBAT O ATIZH
ARG AT A Z EWHREL Y, KIBET
DS HEE % AT B Z 212k L=, £72, CTE

MORDEEARPS S, FAKORNEEHZRT I L&
MRS Nz, UL LARAS 250°C RFDFER & 512,
IS TIFRAAE SR TSR AAD, EARGED S ITTEHE
FDIGER RS S, I6S DMHEAR IR L T
WRWE W FRENRK S T\WE. S sin® U R
EOMFIEIAMIZ & B, cosa DGR EDMHER
X, IHEOEENE 2T 2 Z LAHETH S.

EEADEM

SaET U 7z cos o IR1Z & B 58 e J1 3-AM B AT 1,
PR N Y T — O G ALVE B I ERIE /Cu 5L D
EAREZ WL TN T 2 Z L B RE D TH
MEFHETH L. HIZBHA—X - WS ERETO
HIENFRETH 2728, EVEEAERD & 5 7RiREER
B THLERNY 7 — Y OREEL % A IZHRZ B
ZENHEETHD. 5, BAOPEENY F—IH
B ERHEARIBEFE (ARGl 2 B L T < PRET
»H5.

HEE

AHEZFTDI12dD 7 SRS RS/ 72
V& —DFRARAEEL, BEREHEL, FEEL,
Z DMBIRE DERR & O 2ROl & TS 2

REEE U BEWLLTET.
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Distribution of Crystallinity for Injection Molded Resin in the
Thickness Direction

FEA =R, Mok $RER 2, B 7 B 2

Mie Funamoto!, Takuro Matsunaga?, Maria Yokota?

Ly o kERE 2 S R SR A
LAISIN SEIKI Co., Ltd.
2Toyota Central R&D Labs., Inc.

BE : KV 7 X =V BRI OIZ BT 5 ORERLE DA 2, XER~ A 7 —L% W THTL7Z.
WH 2 BT % 7212, MBI 2 RHRIZ IR U, SRS RNICER 2 BB U2 S IR A X FEELIIE
ol BMEMBTESNIZHELARY bVE Y= 5T 5 Z 212 & O HNFEREEZBREL, WEH

HDSAEfRTz. T OREER,
—EDFEFILETH D Z B bh otz

MR 100 — 400 pm (SFAD (ERE S EEEI BRI 1, TORANKIEIE
72, SEOHEIERNRTH S 40 — 90 °C SHTLIE EEHIFH T S Nz ik

BRIz DWT, BRI S RNRE T U I § 2 AR S iz,
F—O— R MK, v ouv—L4, JEA X KREGEL, EabE

BEREMREN

AR, HIBRIEEEALXSRIZ & 5 CO, HEHEHIKD 72
DD FHFRIEADRIE L U T, HBEHER TN A
Z I L COo DHITEIC H k9™ % o) 8 & DR 162
WOMATNS [1,2]. THETHEALTWREME
25 IEPBEWMEIANOBE#RIED 5N T WS HIT,
BT RHE S 2 — i FH P DL R A RIA £, Sk
FEART AN - EEEN R EOBRE F SIS
5. FHZEESEICKE EBRT IR - SIEEED
ML, RRTAREFED —~DTH S, BERHE k)
DELEFHE U T—IIZHW ST W S5 R
BWTH, IR - JHEEEOR EARDSNTWS.

BHEM B OBIC B WT, FHHEBIE, EHRRO
IR HRETH B Z L &, EEENE NI 0 65%
HILKEAPRAENS. FHEBIEO Tu2 XizE W
THIEMEHE, BRIREBTHHIZ L2 AW 2521
mHs, SRIERE L AHICREEhE 720,
IR O FEL A AR T 5 [3]. FEEATIRAE
TORGEEZLE D 720, BRI DY &/ E D IEH#E
RYPRENFEEL W, EBIZ, 79y - KRIFN- KD .k
75 LN T B MBS S SR 12 K & RAF

5. #oT, WHEERIEDOREPTAIRTH S
N, TD% LK OLGEITRERN - BEMIciibhd & v
SDNEIRTH 5.

S HRTE 5 O SHERSE OB ED A =X L%
s 2 7-0121F, BIlEREE (Ax V@) 2 d
LZENEETHD. AFVREE, AWK
DILJERARIC R HEEZ 1T 5720, R4
ENBRIRMEINTWS, L, AFVERERE
100 um FRETH 5728, T OWEERBIL - FHilid 5
T <, I E CRYGEME L & & W EN
KRB TERETH o7z, & 2 AWV = ARG
DR XN, <1 70— L4 X 52 W
WFREDBMEL SN TH 51, ERMTHEEER (Flx
I, AEELERERERY) 2iHMiTE 5 L5124k
T &7z [4-6].

AREBRTIE, HH IR & IR DAL E DB
AL T 22 2HKE LT, ¥ 270 —4
X #p% FW W& 2 1T o 72, RHCBELRER 2 ¥
VEMEIZ G A DR E AR A S0, WEH RO
fLE D34 &SRO IS 5 Rt LR 2 7o 72,
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ES

kbt - LR Y T X — Va3 KY v — (POM :
polyoxymethylene) Z 5§36 Z 12 & DikER A
ZAERLL 72, SHHSIEIZIE, 200 x 50 x 2(¢) mm D
WIARHESI 2 FH\W, [EE - ATE<e RO E %2 28 2 T
ARBR T R EB L 72, TR XORREGEL (WAXS) BRI,
Fig.1 {2789 Through /f & Edge /ilAld 5475 7.
Through HRBERAICIE, &RIEE 45,55, 65,75, 85°C
([E5E - /BB & £12) THHBIE U 72 M O b
HE MWz, Edge ASABIEHIZIE, €IMEEIZXS
BRI 572017, BEE-rTESMTRESEEZ D
Iz, EESERE & B ERE N N E N 40°C
1 90°C, 45°C : 85°C, 50°C : 80°C, 55°C : 75°C,
60°C : 70°C, 65°C : 65°C DM TikBR T % fER- L
7o, @RUREEDS DS - (REFE )7 & D& R 4
Hix—E L Uiz,

Through Jj[F#i%% : Through /51D WAXS EER
I%, SPring-8 BL33XU (B HE—ALT4 V) IZTH
fEL 7z, Muidid, PILATUS-300K, XL r)L¥—
1315 keV, ¥—24H o X%, #5300 um A% W=,
AVRH BRI PERE X, 157.5 mm & U 7z,

Edge /il (BxEWrH) #Bi%< @ SPring-8 BL24XU
2T~ A 7B E— AR X AREEL (uB-WAXS) HIE
17577, Figl iR T LI XY — L EBEARN
0.5 mm & 722 & 5 pi it i ol &2 FbRICuEl U, i
JE 5 171 D W] 2 [ 58 S TR 2 & ATE SR & T 10 pm
AT w TTEAEL, uB-WAXS €247 >7-. Rt
X779 MRV T AT X—, X FILF—1X10
keV, E—2AH A1 XX, 5.0(W) x4.6(H) pum % W7z,
FATTYIAF Y IZEBEELEE LT 1 X
& U7z, ABl-MeHH ARREEE 1L, 45.6 mm & U7z, 8
O NI HCELIR % B IR TR E) /3 M) & AKSE AT £+ 5° TR
EEELRE 2B L, BNz ART MLEE—
75 HES D Z 2T K 0 MRS S GRS & BRI U 7.

BRELUER

Fig.2(A), (B) (T Through /A5 X ##% AH U
HIFE U7z WAXS O “0ik%ER9. (A) & (B) 3%
NENEE - ATE<eRURE A — D 45°C, 85°C T
TEBLU 72RO R T H 20, i & 5% 728
HETHY, C—ImEICEEVIIR NN o7,
Fig.2(C) 12, SBEIEE 45 - 85°C OMEREIZ L D H

Flow direction Through
gate !
-> —= End
¢ ——
Edge
0 5;;1[“ —#—fixed mold side
...... : © ““movable mold side
' 20 mm '

Incident X-ray
5 um X-ray beam
Fig. 1. Schematic image of a cut-out position of

injection molded samples and a measurement po-
sition for uB-WAXS.

H U7 WAXS ARZ bV ERT. £TDART ML
MEL->TH Y, Through /[ TOHL TIIBRIRE
IZEBEWITR S N o 72,

Fig.3 IZ[EE4M:40°C, A#4R:90°C TERL /-
SRS SN O (a) DELEHAE (2% VFE -
AHEAH) B L (b) b (27E) BT 5
uB-WAXS #ELG 2R3, 27 EIXELANZEEMST
HBDITXL, SBRMEEHEDAF VG TIERGEE
B AEELENE SN, Fig2 iR U7z& D, F
MR B 25 U Through AR X ARf % FE B X &
7-5EiE, BEAMOHGIIESNLED o2 FD
B E UT, ©BLEHEOS FEIAE EFEICHENZ &
MEZOHN, Y47 =54 X %2 AWM G
DEEEER 21T 2 L THID TEDEFE 2 MERT
BZEMNTES.

RIZ, Edge AR DFERED DA% KD, BLEL
BITEFVEDPGFAET 2728, BHRGRE) S A UAKSE
Jilal +5° O TR EAEELRE A X2 bV %K
DW=, Figd 227D uB-WAXS A2 kLD
Y — O NMERE RS, Y= DO T v T4 v
BPHIE, 1-2A 7T 2 L7 BELRZ MV 16 AT fBE
DY —2 % Voigt B (KifmHko ¥ —2) & Gauss
B GEFHko N Nm—) 2AVWTC 71y T1 V0%
10, 2FELEE L RECRO Y — 2 HEDO A 51
MAE R EZ B L 7.

Fig.4 & [FRRDfFRNT % B &4 40°C, AH<pR 90°C
DEATIEE U 725 O W 51709 R T OPE M THE
MEL, 1505 Nn7=MxuHimbEDEA LD N % Fig.5
RS LI T, KRG DR A F i
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Mold Temp. : 45°C
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Mold Temp. : 85°C
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S 20x10 ©)
-’? 15 Mold Temp.| _|
g —45°C
§ 55°C
S 10+ —65°C| —
0 — 75°C
N — 85°C
) S5 -
5
S ] AN\

1.0 15 2.0 25 3.0

-l
Scattering vector | A

Fig. 2. WAXS 2D images and 1D spectra of injec-
tion molded POM plate from through direction.

(a) surface layer (b) core layer

horizontal

Fig. 3. uB-WAXS patterns of injection molded
POM in the (a) surface layer and (b) core layer

§ﬁMéMTBD SRBEIZE>T, AFXVEEA
EVWDRDHDBZ Db otz Figh L AFVER
x %ﬁgm—m 270, kAR I TEe IC 2k
570, AXVEEATEERBEIZXKNT 2 LT
Wiz, SRREMED? S 1 mm GREHUIME
&) DO#iPH% Sigmoid BT 71y T4 7L, BD
PAHPERE x2 2 A ¥ VEEA L U THUEL L 72, [EE
&M 40°C, FWEIER 90°C DEAETEE L 72 30kHE
40°C [EE SR 410 pm, 90°C A BhLRIHNZHY
170 pum DAF VEPFIEST D b hrotz. a7
JERES (MO 1.4 mm) Tk, SEIRED 40°C,
90°C DEWVZ K 5T, FERLEIXIZF-ETHDZ
etz 2mm EORKIDEE, W 70% H3EF S
MRaTETHY, 0 THADD S AF VEIEHE
e PEAME N 7212, Through KM OBERTIXI T E
DGR DO E— 7 P X Tl T, SRNRE

1200 —

800 — O Experimental
L — Fitting curve

400 —

1200

Scattering intensity / a.u.

800

peak of amorphous
(Gauss fn.)

«—Dpeak of crystal
(Voigt fn.)
400

| |
2.0 2.5

1
Scattering vector | A

Fig. 4. Scattering intensity vs. scattering vector

for core layer of POM, and the peak fitting result.

WZEBEVWHERIS N o2 EZ NS, F£7,
SRR 40°C & 90°C D ERIK A H S ER G [~
DiERLED S % T 5 &, 40°C O SiddE& Ak
DA RIZESNTH -7z, POM L, HT7RAEH
L) —50°C, #EMmElRAY 180°C TH D, D
I DIRE T 5 65°C s THEMLERE D E L 72 5
EEZH6ND. 40°C & 90°C T, AEmmbHEIZIFE

A EFETIRND, RIRMA I SGERE D LRSS
728 40°C TlE, £ < OFEEEPFEL, BRAEILHE
mALEE A3 < 73\ 59, WHAORERLED LR

RELOPIIRT-eEZ OGNS,
10 = LIS S S S S N S S S
—O— Experimtnetal
- - - Fitting by Sigmoid fn.
fixed mold side movable mold side
o 08 4oec) (90 °C) b
& Srpoan
g K
'\'S 0.6 7
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S
S o4b .
3
~
&
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Fig. 5. Distribution of crystallinity in the plate-

thickness cross section.

ERURITIC X DB O N BRRE Y A X VEEAD
BfR% Fig.6 (2R3, HIEE1T57240°C 55 90°C D
#iPH T, DEIRED AT 2 & XX VEEAIHRE
WA B Z DA SN2, POM 134 T AR
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FEAYT —50°C TH D, BEITBWT B EEELAES
TrrEZONG. UL, 2SI LR
D2 F B IEA LRI O SR A7 U 7 25k
BHRSNE. Tk, SENIETZ 3 RHORE
AR & OB E NG GERA ) 2, 20
B OSEERLE DETIC b B E IEL TV T & &%
LTW3. SffE S N EHGRBR Bk CORR%E
YIZT BT, & 0BEHATR (IR 1280
TH, AFVEEAE uB-WAXS Tk 53k, %
IHSEBORE (B REE R 5L NTE
BEERSNG.

450 F T T T T H

g 400 & -
~
3 ~a
~ 350 ~ -
g\ ~ @]
3 RN o)
= 300 S~ o -
3 o s ~
s 250} RN —
) S e
% O ~
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Mold Temperature | °C

Fig. 6. Mold temperature dependence of skin layer
thickness for POM.
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X-ray scattering
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BEE : BUDEE IR e U7z X BVNAEELIEE X KT I/ 0T 7« — &G, X1 YHI Lk Al
DFEfERGE 2 TN L 72, RADWERAT -V 2O FEROMEDRIZL 5T, SBULIGIEIC & 2 wEAlbEE
HEOEDEWE RS I EMNTE, TLYMEL OHBZEE LTS Z gL nork.

F—m—f

BEREMREB

TLMRHE, &R T ABEITRD 5N 2 MR Z i
SEL-DITLBORLLZFNFNZRET 2PDZ,
Tl % DFEP SRS N B IS % Ko 7 MR TH 5.
Z DA IREEIRBRIL, SEEDDNT - AT EAR D3
BHIZHE DD 6T, MEBAE—hD 3 IRGC O fERE
WEALTWEZD, WELETIv IRy 7 AWNRHE
FENLV. — [ TITLEFORE - Z2ITNT 5 =—
RIFFEE D, MEIOEMEREAL - SESReb iz ) 7B
DRBTHD IS, K OKEERSN - M
MERARTHS.

I ETIZ, BB XREELE (SAXS) 2H
WTC, TLYMEICRELSFEE JETRTO—DOTH
LAl (h—Rr T Iv o, YUNE) ITBELT
TR N IZ BT 5, - REEMEET 2175 T
E72 (1. LAL, Ml@#lixr /) ~ <1 27ai—hL
A =X —TCREMEZEKIL TWEH, ZThETOD
SAXS FHilli T IZBINSA: T OREMTIZ ERE B W
TWiz7z8, A 78 A— bVt —X—OEEHlA
FTHICTET WP oT2. T T, AWIFETIE SAXS
AT, XTI/ 0574 —12&k2 V) hiBEREE
HET\V, E/HEBOME? S X IVF AT —I)LTD
FHRAIRGG AP 2 17\, BEMREEME & ORI D & EERE
ZAVHFIZEDREHAREEL I L2 HNE Uz,

NAEGEL, T3/ 7571 —, CT, T4, 74 7—, %, S, BEkG

S

SAXS I %, BLO8B2 Tfi-o7z. HIESMIE, X
MOWER 1.5 A, W ATE#X 6182 mm, FIEHHE%
1s, T4 527 X—IZiZ Pilatus—100K Z#fH L 7-. HL
U 72 2 ROTERELG A S 7K A TN S 40° DB TH
BEOEYI U 1RO T — 22, BRELEAR 2 1572, RS
D g L P1%0.015~0.3 nm™ THo 7z

X #7777 —HEIL, BL24XU-B2 v
FTio7z. BE XBEITRILF—10keV, WA TE
42 mm & U, T4% 2 FVIEEEER T — VI EE,
¥V F L — Rk GAGG; Ce(Ce ¥l Gdz(Al,Ga)sO012
Bkl 2 AUz, HHROE 2 2L E0IE 1920x 1440
pixels, Fxi €7 I H 1 XX 0.65 um ThH o7z, 55
NI T —XIIEAY 7 bR HWTEER 27 7-.

ILY Y TVIE, AFLYTRIT Y ILIZ, ik
F (7147—) LTI A 20 vol%iinziA L L
Too TLETYAPKEHOBFRIZHD, TDOEZIE
HTHEE—IZHEE 5 Z L IR /-, SEULEL
EHEST Z RN THS. 1 DHIEKRY =&Y
D EI O FFO8H (YT vy TV U TH) %
N9 % ik (Silane coupling agent) , 2 D HILK
D~ =SR2 1 D RWERER: 2 2T S
i (End modified polymer) T®H 5. Zi15 8L
HOEEE2MAGLEZ 4EEOY VY TV EHEL
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7z. Table. 1 IZ/RT. mmlE¥ I Ay 7TV U IH &
KIGEMERY ~ =M, sn k> 7>y TV Vv 7Hl
DOMEH, ne lERIFEMERY) v —DAF, se ld>
FvHhy TV TR KA R) Y —HHATH 5.
YU TR, ERANEAIC Lo TTA LEA
FlEREML, @ME—LVRRTTVAMTLTSZ LT,
SAXS HIEHIZ 1.0 mm &, CT #IEMHIZ 0.5 mm J&
DY — MRIZEILL 7=,

Table 1. Measurement samples.

nn sn  ne se

Silane coupling agent X o X o

End modified polymer x X o o

BRELUER

— MR A Y DI D HPUZ T LB EYDO e 2TV
VABRAL OEBEDPELS, ATV VAT AT 1
T — BRI E KIS, TLh 7 1+ 7 —4i%E
RS 551k UT, SRR OHRIEMRTAME (A1
VIR ERBIET B AENH S, B D HIFHTORIE
Mz &0, 74 7 —EEAREOYRRE ST S Fus
MERPMFADT S, T OBERDFANIZ X 55RO
DIgR T 2 Z e T LT 4 T —DHENE % R
THIENTES. Fig. 1IZRA VEIRDA A — VM
ZRY.

sample 1 1%, TEFEIEAN O TR & KR/ N#EER D
AMKREL, BEEKOEENLWEFEZ S, HITRA
VEIRD/NI O sample 2 1, DHUREARIFTH S

filler

aggregate s "

1pnync effect
S

strain

samplel

sample2

elastic
modulus

Fig. 1. Image of Payne effect.

ZrEFEL, EATUYVATADDRWIEIE 725,
Table. 2 IZ5EHIEIZHWZY Y TLDE ATV ¥R
a2 RA VR ZRT. (nn DfE% 100 £ U T index
KR LTV,

Table 2.

samples.

Viscoelastic properties of measurement

nn sn  ne se
Hysteresys loss 100 93 84 67
Payne effect 100 33 51 11

)AL ZBEL TR\ nn Ak AT Y VA
A, RAVHREBIZREL, VY AREDPE N
EZoNnb. WY I rhy T THIMELL 72 sn
TR ATV YATRA, A VFIREEITER S )
EOERTE 5., RIAMRY ~—2{FH L7z ne, ¥
VYTV TR RMENRY v — & HITHHL
72se lZBEWVWTH, EAT VTV ZATRERA VHRD
K E MR L 7. RREIRIE, ATV Y 2ABRICE
WTld sn>ne>se, XA YRIFIZEWTIL ne>sn>se
LRy, MHFIFELBEBET L R-72. DED, k&
AT ) ¥ AT ZMEPIT T RIGENE R ) < —DFEAK
&L, RAVBBROEIRIZIZY T vy T v TR
HOEFEGRREW., 1 UHRIZT 1 5 —0HkE AR
L5 HETIED BN, LIEULIER AT Y A1 A LA
BN WGERRZIT oG, ZOMRERS, ¥
D AR X NG 2 DD FHEELED, AH=X
LOENZ K-> THESND SHUIREN R 572012,
ATV VAR AL RS VEIROWHEHA N E - &

I{q)/ au

Fig. 2. SAXS profiles of silica compounded rubbers.
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Table 3. Filler dispersion parameters obtained from SAXS profiles.

nn sn ne se

R / nm 98.7 76.5 73.7 64.3
N, / The number of aggregates 5.11x10°  6.16x101° 6.15x10°  8.09x10'°
V, / nm™3 1.46x105  6.62x10°  7.21x10°  4.39x10°

R L7z, 22T, SAXSEXMFII/ T 71—
ERlEDLER T 1 7 —OREREMT 217572, Fig.
2 12 —R7efb L7z SAXS 7B 7 7 1 V& RT.
¢g>01lnm iZBVWTTE T 7 A MIZKEREZ
Bohzw, ¢<01lnm NiZ8WTiY a L& —1i
BIEVWA RSN, YV AL TV nn X
g =0.04 nm™ ! fhEIZYa VX —%2rRL, DL

U7zsn, ne Y a VX —=Eqg L rIfliner
b, se lZBWVWTIEISHITHE g VY Iy T ML, —
WEEARY 1 ARERINZeEZO5NE. L1,
sn & ne TYa VX —MEIZKEENIRSNT,
M5 O —IREERY 1 ZEFRRE L EZEZ 5N, 7272
L, ¢<03nm 1 iZBVWTTB T 7 M IVIZEDPRS
N, BIREEIZENDH D ENRBIND. SR
% XD ERENIZEHIES 5 728, Unified function [2, 3]
% FIFH U TN U 72855 % Table. 3 1Z/7R9.

—IREEAEY 1 X R 1%, nn>sn~ne>se &80, &
BULERIZ & > CT—IREEARY 1 D3l Lz, £z,
— WY A RO PE > T, —IREFEERE N,
WL, —IREEARD SO BV, XU 7.
EDORER LD, U A5HEIT X D —IREERY
A ZXARWNE L2 D, FEMENRF EL 7 Z L DHERT
Ez. U, DB GESRIRS sn & ne (2
EDRR SN IZEEDS T, ATV AT
ERA VRIRIZEDD D, YMEEFHHT 2IEES
otz LU, SAXS7a 7714 0DEqL vy
BRI DT DREDND D Z L0 5 EIRIEEIEWR D
BT RBEINSZ. FZT, XII/TTT7 14—
HEEHWT, 12704 —X—TDY Y 75 HEH %
fTo7=.

Fig. 3I2X#73I /27774 —HlETHESNIW
itz RS, HESRMR, 1 REOFEEM=0.15 s,
B2 8=3000 ¥, ¥~ 7V > 7 E=1920x 1440 pixels
ThoT=.

BLESTWBIANTLHE, BT AR
WTH5. nn, sn, ne, I3 ITAET ARSI

DHERONDD, se lZIFRKELRIZRSNT, HECIRE
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Fig. 3. Cross-sectional images of silica compounded

rubbers using X-ray Laminography.
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