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Student : Pei-Jyun Chen Advisor : Dr. Wha-Tzong Whang

Department of Materials Science and Engineering
National Chiao Tung University

Abstract

Soluble hybrid films have been successfully fabricated by one-step
process. The soluble polyimide (P1) were prepared by the reaction of
Bicyclo[2.2.2]oct-7-ene-2,3,5,6-tetracarboxylic dianhydride (BCDA) and
4,4'-Diaminodiphenyl Ether (ODA) in m-cresol-at 70~180°C. The main
studies of this dissertation were divided into.two parts. The first part
includes: synthesis and characteristic ‘analysis of polyimide /SiO, hybrid
films. The PI/SiO, hybrid films exhibit light transmittance higher than
80%, glass transition temperatures (Tg) increased to 380°C and thermal
expansion coefficient (CTE) down from 42.6ppm/°C to 35.5ppm/°C. The
CTE of PI/SiO, hybrid films lower approximately 17% than that of the
pristine PI film.

The second part of this thesis covers the effect of ammonium

formate contents in the Polyimide/ammonium formate hybrid films on



the optics properties, thermal properties, dynamic mechanical properties,
dielectric constants. Polyimide hybrid films doped with the ammonium
formate cause the formation of the tiny hole inside polyimide films. The
ammonium formate promotes the free volume content by the gas
formation of NH; ~ H,O and CO during imidization. The dielectric
constants and thermal expansion coefficiency (CTE) were decreased
11.5% and 8.2%, respectively. However, increasing the ammonium
formate contents does not deteriorate ate the polyimide excellent
thermal properties surprisingly - the “storage modulus was

enhanced 12.7%.
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F2-1-5 f* & T pyRi 22 F RS+

3. BB R T RRIEN 2

F3 % I; fp iR A & F A 2 A B (Azeotroping agent) 0 4o
Toluene ~ o-DichloroBenzene(ODCB) ~ Xylene- 2 f§ 4(4rIsoquinoline
)0 RH R TR 2 F 0B R THEIS0C~180 C2 > 7 A

FBRRCR RGO EF RS ACBI2-1-697T o
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L AN OH
“, C—OH = C(/H
—_— ‘ %NLW
ﬁ_N Fa¥a Ty // (|:|
O H O
0
[ O\ _-oH
C ' C
N “H,0 et
| Y — | N
0 O

B2-1-6 #.3 R Ttz F B+

- BALERMET R PRI RIRL LS A L E R
R R G RMRT R R Y T B MR G R £ S AT AL

B BT R

2-2 ~ A B85 [50]

Eorlf e d oo g HEFGFRIT I R0 1

e

BRI L h- FESABRSRT NE L o 201971 #Dislich %
B -z wg finy e A3 B Ay L [58]
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R RGN R TR o L R A IR ) & g gL
WIS Ry AR F A BT R BB AT BB R
WoER T EWBREB A g B NG /8882 B (Hybrid
materials)

BR-FRE o AN A - FARpnit R o B iREEL WAER

B A0 R X AR e T s L

Ik

B

S

mEFRFRERRYFAOCHEHIFAI AR A mT UG D
Fleaz 395 e LB AR R WA 6 < BT RB
M 2 B A pF R B Ee

7% 3 (Sol) A dp A/ e 1~100 nmc ¥ 072 B 4+ 39 3 $T i »0 i3 i v

A% g e s (Ge) P 5 A TR B R B K R SRR

PR R N AT BB e R 2 48

1. -kfze %&fﬁ * B (Hydrolysis and polycondensation)
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SRR E IR G SRS R R SERY: TS C - h Ll R

M(OR),+H,0 > (RO), -M-OH+ROH

(2). %EF I
(a) 2 -k i¥* (Dehydration) :
(RO), - M-OH+HOM-(OR)_, > (RO)_-M-0-M-(OR)_, +H0
(b) 2 p% i * (Dealcoholation) :

(RO) -M-OH+RO-M-(OR) . — (RO} -M-O-M-(OR) +R-OH

(). BHEeF I
_oH OR ~
HO——I\:/I—O—I\:/I—OH
M(oR [ ]
RO——+—M—0—M—0———1—M—0H
Lol
| HO—|\|/I—OR |
(‘)H
e M%7 5 2% R:%A(Alkylgroup) ' n Rl 5 &% # -

FALERRT PR RaF o GHE BB LT A
KRS A I R RS R TR AT R
mE AR R Ak ar B[54]0 - HHREHEF o 2 #k
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)

fRerph h d Ak fRente § AL dp 6k dikos 3 SRR 2

o
e
=
&
¥

ALARGR AT B i F 7 Seor Bl de LTV A 0 XA LT A B
VIEGER B A A a3 oo gt %#‘&?[55] °
2. #" 1 (Gelation)

J\ﬁihéﬁpﬁ}@7 fo» ZRAFELFIFEFTRME A2 B
G e B e R AP Al BT R R % A Rk
SR B R LT e R4 TRCIVHR o

& (Aging)

PR 20 E R B ERAEE F R G E R
RS SR SR S NP & S-S SR
R HR A EEME R H fom e o
4. 5% (Drying)

AR E 50 »;%u/%;;te@-;g;;?q BB AFRARE A AL - TR
4 (Drying stress) » d*fa 4 4 & 23 & & <20 nmedb g ¢z AT
#2454 (Capillary stress) » L w4 BARGEF BRI 1T
W B R s E b o JY R A AR R A E RiER 3D
AR

5. #FIL

PR

BOARIL T A S i FEd B R B AL R

-+
=
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2-2-2~ 3 B3 2 W HE A & R )58 [56]

AR AR RAEOT R ART RA L ZRARESH
(Impregnated hybrids) ~ 7 4 @J,L » A8 & 1 4L (Entrapped organics
hybrids) ~ * 4 % 4] 3 #/ & # 2 = 44 # (Chemically bonded
organic/inorganic hybrids) % = 83| %o p 30 § » F 4F & L eni®iz 5 ¢
R 48 ~ i (Intercalation) ~ & = F &2 (In-situ) ~ & F 45 & #4132 2

'fri’éﬁfﬁ[\'i/) 1EE o

1. 233" &K
SR E I SR IR S BOE D L RV R R

RREE Z2HUER A2 A ERHRT L S ffaniblz - -
ﬁk»)"q'/* &

TG P4 ra@RaRd REBLY > SRBMET B 610
FEFIEF I B R A R REAEA R RS
ZAafie REREez@apH/az R21f 2 REBERS
Wy - BHEMBEERRAY RE AART ERHEF A EH
PAACRER R BR K AR DA AITTR AT AMY o
3. “EFaLily /&R
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PAER SR R B R R RLRSF o SRR
R WP EESS RN EBF P o RF LbF
TEOS £ PMDS(Poly-dimethylsiloxane)ink & @ @ A F 4§ & 44145 =

A MO E B A RTE F T A B o

2-3~ 2 T AR

ROl 22 e » S W EP DAY hf B G 51F

PR3 R A EAE R F R R I E R R B4R (FPC)

T B~ i iR (protection) 2 A-F¥ (interlayer) % %5 o

g EFA Y H B deaxd o Polyimide/Silicatt #[57-73] i & s
WG - RO AW TR B R e G 3 45
Hlenmf B 2 5 AR i o AT 7 7 iE E o Ksilica A 4T
MR AR T 0 A R ARR B SRR R 0 < 3R

&5
A - e

*

%
trﬂ
o
A
v
o

n>;

Spinu ¥ & 4 >v1990# § b F73 ®& * 3 - fag o 1
precursors - R L fpi=/ B F AL P FaES > 1 & IR T RE

% % & 4 5 hexamethoxy ¥ &t & > & d sol-gel™ 3% > > B F & ¢ %R 4

,4

Bk 218 2 TOMS A 4 & %5 & co-condensed & J& ° I p# {1 296i m

P £ R (PSINMR) 7§ &7 B B T TMOS % » H 4 engh v 5%
20



5 86 ST -
Morikawa % 4 >%1992 # #] % A B Ly fieiei 48t &1 - § v

Si07) = £ 3 1 F 425 aPUSIOy 2 K 4F & HF » 5 % 8w B I figi=

GBS B X T T 0 F SiO; ﬂ]‘ ‘v & % 3 8wt%pF > PI/SIO, %
FAFE M A w € TR Fi o Gd TFHMERZS ST 0 Si0;

B & 3 2um[74] -

Zhu % % -‘F‘f #1999 & > 4| * pyromellitic anhydride (PMDA) £
4-4’-diamino-3-3’-dimethyl diphenyl methane(MMDA)X @ # 1 2 5 &
N E I e o B OR-HOENA g 4805 RINMP Y o 2 7 e et che
v § A % (TEOS)A; % PI/Si0, & %o = % & 1> 4 Si0, 2 £ Swt%p¥ >
B R A 22100-200nm 22 B 1 & B 3 20Wt%8F o T @ M 4r T 1-2ume
EREE S G 0 F810,7 ERBETg2 £1% T €33 @ 20k
e o B P Si0,7 B ] T 10Wt%PE o R R € S F B [75] ©

Smaihi % & JF," #1999 # 4] * ODA ~ PMDA % TMOS i H %8 > 1
sol-gel= 2 Q& L% F# F 7 E9PUSIO, 2 ¥4 & HE > X277
PR W aaE # AT 7[95] - Park & A 22000 & > £ 3 PI/SIO;
AAAFEMERGELEEERIETF R A Ao BT EF

7 P A i 2 [76] - Ha® % $.2000# - 4| * 3-3’-4-4’-biphenyl
tetracarboxylic dianhydried(BPDA)¥ p-phenylene diamine (PDA)?) =
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PAAR %8 » £ 2% F 7 & (TEOSA /% 3 = PI/SiO eiE % o i % &g
7T % Si0, 7 £ 5 30 wt%pF» H = 0] »+500nm> ¥ AFM~SEM % SAXS
Bl &g kU323 & 3 Pleng A F ¢ [77]

Lee % A #2002 & > 4] * PDMS ~ = " ~ - B fF& & & #
aminopropyl-triethoxysilane » 2} = ¥ 7 - ¥ # 7 silane-terminated
siloxane-containing polyamic acid > £ ¥ % f +* | TEOS fe @l & Jig =
2 PIS/SIO; 2 #4F & ML c FHERIT ] ~ £ P2~ Tg E#4%
L L F[78] -

Shang % 4 %2002+# > 4] * BTDA® MMDA L ) & PAA% % {5 >
P e 7 kot 5] TEOSA 7% » 1 sol-gel process?; = PI/SiO,=% i 45
EHALE - B % BT 0 F e Si0E R AT 10Wt%PF > B A 5 g
Fo oA A F s <o) AR I2umz B [79] -

Huang % % '%‘1 #2002 % - # 1,3-bis(4-aminophenoxy)-2-propanol
(HAPP)#2 3,3’-4-4’-oxydiphthalic dianhydride (ODPA)?#; = 7 hydroxyl
groupseFiPAAA % » £ 2 7 7 £ (OTEOS % i% 35 = PI/SiO, e & 3 -
v %’ﬁf d PI4& + evhydroxyl groups(OH-)¥2 SiO,2. B 38 * & 4 ek 31
Ao kM H AP F B E LR B E R T F SI0,7 £ < T 1 1Iwt%pF o

g R o k¥ Tgk Td € 4T ¥ SiO 3 4o @ 3 40 [80] o
PN /J?% voaTdE e ehidi2 i TEOS® H s &£ =% (-4 »
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BIR 1 e P (FTEOSZ /KR4 & & &> 7+ SiO 7 K 484 o % e
3% Fo 0 R e Si02 F ehdp B 1~ SIO R < 0] B2 A 4T
Frm> B %7208 28 75 BRI AR%ESi02 B2 & 4wl 4
FoARFMEA dA RESITHG B TELL N ESiI07 £
% PF RGN A RSP FRFGFo kT ARED jpadp
% % 0§ ddpm b [81] e
Flgb o - KRGS T H e WRBFEMFZFipEE T
P 81
(1)~ R E P & F R 4leik 255 de k1o
Q) bB Ly itanEAFH =P L BT E BT A o
(3) ~ e » i & Al (coupling agent) @ R oG 7 1482 m 455 1 - ek B ip
A4 g o
PGB nE e 2 SR A S S BT D BRI
AR FRERE G BT AR DRI ERSRE N - 5 8 > Mascia {rKioul
E iﬂ” [77-78]i * (y-glycidyl propyl)-trimethoxysilane (GOTMS)§ &
EFm o I Ha s 2 s iv > i@ TEOS# R I; fip=ps 7| 1% & 334
ede ~ A 4 Rk 03 3 # 7 A5 2 Interpenetrating(IPNS) & 7 &k
Bl BE R RO AT o ¥ - B FLiu e~ 2
F 1 # 4eALO[67]1-Qiu ¥ & 3% M 4e » i £ - 5 4HTIO, 7 # SiO;
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Aj ol ae S e T BRI iR [68-69]% B B PR TR MR
%#c o Wang % ? % 7 7 Polyimide/silica = H >3 27 3 ~ # L 2
WL o §1* p-aminophenyltrimethoxysilane # i **silica-like & 7
GEIXEEA] > s 79 IR0 £ p-aminophenyltrimethoxysilane ¥ #% = & = &

Wt kL ehdsk 5 B Ml feid PR [70-71] ©

Hedrick % & AF‘Z 7= 41 * Aminophenyltrimethoxysilane ¥ F it "%k
TR AP F 4L X S b A EH > AT 8 S10:E 2 K &
(Nanocomposite) 7 i 4= [F] » @ o 7 58 Bl =6 R 37 e 2 R
T0F MR I R 2 RO kA RGP R od b2 [I§J< s
fe 0 £ 2 Ti(OR)y ¥ 3 B SI0 40 B I figi=y @ 0 &
SRR MAEORRE Gl Rk B E P 4[72-73] -

PR LR AL ER AR e T F 8(<3.5) 0 o

PEESIESS RGN R eSSy 5 E S S

gl

WIHRET AR AT K B L2528 R L fevE 5 4 B fe
IR e R L 2 HAR A F R AL MR A oAl 1 [83] -
B LS E A R R F A R R R R
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3 (block copolymer) » % E A F 3 8 (278 B 5 £.250-350°C 2

BRI BRI AR A2 VF o B ¢ TR F R
H AR ¥ Bl A5 9T eh 3 (porous) R o iE ke 5
FOUEF AR E B 5 2.3-2.5 B I feiie[84-87] o

AR A1999 & Ry AP ST BRI REF LG

F AV ER Y U BT fRepfn CF A 2 vk kg B
Pk fEF o o 2t e B E F 4SS $ (chelating agent)## i 0 F]
PLE TR MAR Y L A nR KRR R LR TR T RE 0
ip e v 4273 % [88] - Brinker & A #1993 & " TEOS(¥ fe e ¢ fip)
BT SRS A F R SR A g s 4 B PF T (aging time) >
AR 7 Pk R E > RGP EIVF S ] A Inm 9% %[89] - Santos
£ A B1997# 4 Fun s aaR 2 e Sn0, AR ¢ kR
k| IR E R [90] -

Miyata ¥ Kuroda = =% dF’f RS AR e S HEACTACE -
¥ > TEOS§ % g4 > K 5738 > Apeftif 27 » 718 it F B4

% = o H¥(hexagonal) > ¥ T 73 FK 4 & & [91][92] -

2-4~ FF 3 B4
BoART R - WA F b0 2 F LN R LAERARY W

xR e/ — & 2 4 o voAgT /4 o I LR v 5T
DR GRS F RS Y A B PR G ARER S

25



U S A5 SR A A R T BT BORE

BT oA LK SR AT L e e U E 2 R
AT PR Tt b AT 0 2 308 RO R BRI R 4 O

FRA®s o d 0T RARA S LRI R R e BeniAe Y § A R
M A e RO ERRE Y A A eIt o sEae /WA N E G Ik ehiK
h R R FRIRH R SR 3 E R B BT B SR

GERER =P BTS2
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£ I &
-1~ FHRESE B

3-1-1 ~ # 5
1. Bicyclo[2.2.2]oct-7-ene-2,3,5,6-tetracarboxylic Dianhydride (BCDA):
>95% > Sigma Aldrich. (MW=248.19 )

s
1
A
Jde
pr
12
F
=

O O
O O
0 O

2. 4,4'-Diaminodiphenyl-Ether (ODA)" » i # # £ (MW:200.24)

-~

H,N o) NH,

3. Isoquinoline : >95% - TCI
\
N
4. Dimethylacetamide (DMAc) : 99.5 % TEDIA » HPLC % - & * @2 4|

Gk e (Mw=87.12 b.p.= 164~166 C) *

27



5. Meta-Cresol (M-cresol): 98% Aldrich » i * = ] * & 3 &% -

(Mw=108.14 > b.p.=202~204 C) -

OH

CHs
6. Silica sol: Nissan Chemical Industries,Ltd.
7. Ammonium formate: >95% SHOWA

8. Chlorotrimethylsilane: 98% ACROS
9. Alcohol: B P it

10. Acetone: & P it 1

11. Potassium Bromide (KBr) : IR % Alfa Aesar

3-1-2~ H u H

l. BHRF
2. 2 HFK
3. @35

313 BRHi g Aae

1. ERgivz -,‘gfg?n]x,ﬁg -k

RLATH R 2 BhRE RS AP 40if 3 85~110C 0 &

28
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28 | pELE s 3 "f ‘K F % ADMAc % m-cresolfY &i * = » 4
B SEREORAS P PR EER Y
7 4E
d3 23 P F R R e By A L aSin) g% S R
TRZEYEZEABAF BT R A HPBAF T G AL
B~Chlorotrimethylsilane£? /& fit fic = 1%(v/v)i% it > #3385 4 =02 2 d
oo MR BRI PR EA L N ETE o mdTAR F SR

o % AR o

3-2-RE
3-2-1 - FHRE

2. BIEAR BRER > FRRE
3. R BWER KT RE

4 A ARTE

5. Bz ¥

6. L35\ 4 411‘3?

'\‘l

R R I 17 > 650um
8. T#H3p &%k (Applicator) @ RIFH PR - p TR o
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©
%\T\
*‘.\

% w4 - K-359SD-1 » KYOWARIKEN = &

322~ AP RE

1. &% g4k i oh sk 2% & 47 R (Fourier Transfer InferredSpectrometer >
FT-IR) > Nicolet 460

2. B FE% e A Sk ik (Ultraviolet-Visible Absorption Spectrometer »

UV-Vis) : Lambda 900 ~ Perkin.Elmer

W

#. € & 7 1% (Thermal Gravimetric Analyzer® TGA) : Q500 > Thermal
Analyzer
4. # 5 4 17 kR (DMA)+ Thermal Analyzer DMA-2980

5. #E£ 45 % £ 47 R(TGA) : TA Instruments TGA-Q500

6. s 4 47 R (TMA) :  TA Instruments TMA- 2940

7. A% FA R K ¢ Agilent 4294A

8. H# &3\ #FH 3 T F B4t (Field Emission Scanning Electron

Microscope * FE-SEM) : JEOL-6500F

Nel

. %A kB¢ &k ¢ Color meter (SP60) » C.IE ¢ B & 47
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3-3~ F BRinARE R

3-3-1~ P SRR

[ Diamipe (ODA) j

[ Dianhydride (BCDA)]

\i

Polyimide Solid

[ Ammonium Formate J

Y

Silica Sol

)

\i

PI/Am hybrid films

PI/Si-hybrid films

Analysis

FTIR. UV. CIE. TGA. TMA. DMA. Dieleciric. SEM.

B 3-3-1 2 5k KR A2 ]
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3-3-2 - RLmi=AHAs

EERT O CRIREBREF BALERF L g F AR
F B U o 4 ~ 3 Flm-cresol #2 181t F|(isoquinoline) {8 £ 4 4 ~ B
12(0ODA) » 33 iRz 2R [R5 0 £ A F 4 ERFHBCDA) »
BERPFX 233100 E B4 B F BIFE O § - BERELATOCT F &
BB F S RFEREAISOCT FE S BB % = PP 2180
CTrRL- FE  FrRERGERIH . BFr RigEE% R 5
HUN F b5 3 940~50°C ER-E ) 2§ ookis cniEpE d 0 1SR4
B AL ks > SRiiF2 (56 F 3e 4 RS FRE > £ M E 4105
Chedt B T BHRERIEL BN R AR E S o)

3-3-247 o
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[ All Procedure in N, and stirring.]

m-cresol

catalyst (isoquinoline)

Y.

diamine (ODA)

A

Y

dianhydride (BCDA)

1) 50~70°C, 2h
2) 130~150°C,2h
3) 180°C, 12~14h

[ PI solution ]

cooling to.50°C-then precipitate into ethanol

filtration and dried

( PI solid

Bl 3-3-2 B I iR e = 2 i A2
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3-3-3 BRIy

1. B L fgieet- § V@
P 50ml $5 5500 #-2 fe 2 RO AR 9T R hE o £ 4 r DMAC
HOUEE AL FR 2R R 18 e » B 2 Silicasol - ¥ =

IV EERANL S Fie o PRERRREY 650 umF)

L
fm

| P

—\\

7

)

W

=+

PR AIEZ IR B B R B B AA YR

=.tf\

100°C ~ 150°C ~200C % 250C et - | REFF > FIER X
» 35~40 ypm RIS ORI R/ F 14 R S B o R R/

§ R R A W B i R0 B) 3-3-3 s
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[ PI solid J

DMAc, stir —>

A

Silica sol, stir

| stirring I
Y

( PI/Silica sol solution ]

|

( Film Casting ]

‘ Temp. at 100, 150, 200, 250°C each for lhr. I

[ Polyimide/Si0O, hybrid films J

\j

Bl 3-3-3 B Lfesk/z § RS F2 AL
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2. BEFRRY AR

B 50ml tk &35 0 B3t B A 0T RORFME YR S 0 e 2R

hd g ok E B R AR T 4R 23 214 L B HUF » DMACs

P e Wz B ipiede » 0 BFRTAISFHME R 2528 TV
BRAGE Sz e ERHARRY 650 um] 7
2B B~ BRI B B AR A B A 100 ~ 150C -

200°C 2 250°C e~ | P k&7 F 5o ¥ 5B B X 35~40 g m eiE

>
R B

WL BT AR T AR R o BT AR/ T R o AR )

334 5 7 o
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Ammonium Formate

dissolved in DI water,

stir

A

DMAc, stir

\i

PI solid

stirring

[ PI/Ammonium Formate solution ]

Y

[ Film Casting ]

| Temp. at 100,150, 200, 250°C each for 1hr. '

Y

[ Polyimide/Ammonium Formate hybrid films ]

W) 3-3-4 B I fbR/° fR4%R & E W2 in A2
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34 REL

3-4-1 -~ 5 & R BI#EUV-Vis)

*F Bk A% b Bk k3 R (UV-visible absorption
spectrometer) k& 7 v L RPIFE o -2 WA 2 FWRT Sy
oo B R E 2 B R H35~40pm - R PR T Lk kR E K&
2 %27 o FFpde Rl 5 800~300 nm > Fpeid & 5400 nm/min > Fpe
Bilmm BEAEAFETERTY2Z % > TP £500~700 nm

v oa

2ZFHFTL ERLT LA

|~

3-4-2 ~ > F 5418 ;N i e & o R Ek R 4 7 (ATR-FTIR)
Bo WEFZ FERAPRGE AL BN R E R R

-1
% 3# 4 45 R (ATR-FTIR) ¥ > 4 o = ] = 4000~650 cm = 12 gt = & d ¥

fFLA b é’ “A”]{ié dv " FEEE e £ = »%‘/\__;ﬁﬂzﬁ*/ﬂ%\;;é&‘” °

3-4-3 ~ & 5% &= vk &Sk i &k 4 47 (FT-IR)
Mo WEAF L EEE AL o B R A TR
(FTIR)® > # p & [ 5 4000~400 cm™' o 14 % = 2 d 3 2 F it A2 e

a2

A L FEE b A 2RI R A o
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3-4-4 ~ #HEF 4 £ 17(TGA)
B Qg TR EE L] IR GEEE R ORELSTR
zow £ SR E 2 RELIT RPN 0 T FIEE 560

2

ml/min 2 ¥ § > £ 215°C/min 2. 2§ :# F 4 £ 1900 C o ftv il

Ik

Y ORSEFIREALES A F g LRI A oW SRR (S M on set

2 BRI L MAFRER(Td) » bl Ttz g Tt o

3-4-5 ~ #485EA 37 % A 47 (TMA)

el 4 2 R LA K Ee o B JETRE Y 1 110°C
WA hr > FEILOK A el xﬁg » T #R E 2 ExE =50 mm x 4. 3mm
etk gkl 0 B oM A B LA G Th o mEd R I TA
Instruments TMA-2940 & B[R *5EFen$ i vk L |28 260°C (5
min)> £ 210 ‘C/mine= J§ i 5 28 2 350°C 4 F @ * TA Universal

Analysis#c#8 4 45 1R (¥ % % » & F &4 178 & # F12~100~200C >

Ik

F e 4T R R 2 Bk Tie(CTE) -
3-4-6 ~ # f 1 4 47 &k 4 7 (DMA)

B Bl TR A EE S )20 5 EXTE =50mmx
Smm zo P X RTRGE 2 T R Y 5 e B RN A B
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IR F 51 Hz

250 % » ¥ 12 3 /minC 2. 2§

PR 2 R 2 L

Preload force= 0.5N ~ Amplitude = 20 m ~ Force track =

@5 4B T420°C o FE AT BRI

EG) T m Tgie

PR Rk

" Tan Deltajd "% =% e § ¥ 2 HRE R THR2Z o

3-4-T ~

#o Bl 42

Y LRSI Pt LY T E

2 F £ RI(LCR Meter)

A

B FEr A 1.5 cmx1.5 cmzZ.

a2

<o ERS

-

SRR

Ik

B BB 1130

Z it k2 hret b o 0 RERCR 2 5 R S g PR S 1 E A2 5 1 em

ERGE S )

RIE T FEIE
FEAT K
k=(Cxd)/A

k: A% ¥ &

C:RFiE

d: Ewz kR
A&z o ff

PEBEPEFT LT AG L) - K 91
& 2 38 LCR Meter 47 & & 1 MHz™ #

»;F;

W o 50

2L &
\}‘ E ’

>
= oo

FEA AT

(0.5024)
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B 3R EE Ao BREETFEX ATH2EFALR
FRSH o RETE L A r o3\ 2hE o 330 EWE R IERE

R s T30z 300 > @& % AR B T BT 35S VKW R -

3-4-8 ~ % 53 d 38 T+ ks A 47 (FE-SEMD

o R 42 R R F %] ¥ fe 32 P ARPEY SEM 0 holder
PR EREBITENE  BENEL BT ENFE NN FL
FR MM AR B R FH R R 6 A e 7 e &

@ =% ¢ * JEOL FE-SEM6500 33 5458 5 55 N 7 3 B fickk % A 45 o
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Fri SEREHEG
1 B ERR-F ep R EN 2 G SRS

4-1-1~ 2 F 841 = ¥ = ?F M %L 3# £ 47 (ATR-FTIR)

EATHRBAEFE FRRETe (AT T L2452 7
TP S EREH) 0 A TR A 3 T 0T 2 s T % TRET AR 2
ﬁ$ﬁ¢4%@ﬁ$wkg,ﬁﬂ%%gagéaﬁ,ﬁﬁﬁéﬁ@
FRIGECE o A PO A A€ ST T R 2 Atk Fpt i th ok
BTk T F kgt Ep ¢ L RESPEF AT R 2 F W
L3 4 b ALK R(ATR-FTIR) A A 47 & B B R (L F 14 B IF i
Ve/p R A EWE R TR R AR R

4000~650 cm™ o % 4-1-1 5 B figled L a7 o RE s i o

3 41-1 > BLFRREET N AR S [96]

Absoilzf:l(?ll; band Origin
1780 C = O asym. stretch
1720 C = O sym. stretch
1380 C - N stretch
725 C = O bending
2900 - 3200 COOH and NH;,
1710 C=0(COOH)
1660 amide | C=0O(CONH)
1550 amide I1 C-NH

42



Absorbance (a.u.)

PAA

1720

BCDA-ODA

I ' I ' I ' I ' I ' I ' I
4000 3500 3000 2500 2000 1500 1000
-1
Wavenumber (cm )

B 4-1-1 BCDA-ODA i $t2_j& = j& 5% FTIR 5k 3 @)
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Pure PI J\\JWM
PI-Si6% m
PI'fL\_Jwa
B N VY
PI-Si20% m

T 7 T 7 T 7 T 7 T 7 T 7 T
4000 3500 3000 2500 2000 1500 1000

Absorbance (a.u.)

Wayenumber (cm_l)

B 4-1-2 B L fph=/=§ 8 2 R 2 EATRE 3% F

Fl4-1-2 SR I pere/2 § 7 200 S CATR Bl - 6# B2 30
O A R I AR R s g 0 B Y 1780cm™ % * 4 * &7 it
1C=0 asymmetrical stretching " {c* > 1730cm” 5 > % * I; fig'=
C=0 symmetrical stretching = {c* > 1380cm™ % * 4 *% I; figt<cHC-N
stretching ¥ Jc*# » ¥ ¢k £.1080~1200cm™ % % p *+Si-O-Si stretching
% 7] AT 5 B OREF b r eSIONR B 4 0 B B fo § ARM BT
A3 F G 20%F 0 R fck LER- R RATE - 5 4L
3000~3700cm™ 4 — B 7 55 B # 14 <0N-H stretching & 2 » i & chR

T A Y - ik R G AR © RiREE £ AT 2
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VoA S Rl A G AR DR AR T ERIER > 7R
AFEFCL G T A AR AR 2R R T 2 5 N-H

E: s e

% 4-1-2 ~ Silica #1127 it A8 3 jc = % [97-98]

Absor(;c)flil(:l; band Origin
793 Si-O symmetric stretching
944 Si-OH stretching
1080 Si-O-Si stretching
1200 Si-O-Si stretching
1644 Solvent hydroxyls stretching
3200~3700 OH stretching
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4-1-2 ~ A kpléd &

ITE > d LEDF EEF 0 2 EF B RHER > P RE L * D
B A T W% R P % ¢ (International Commission on
[llumination) #1737 %_2_ Commission Internationale de 1'Eclairage (C.I.E.)
TERFETHRBAFTE VAT WE 2 F R~ R R
A A4 B4-1-35CLE. gaé ~ F 7 L BI[99] > & 2y ASTM

E313-98 standard[96]:& {7 # B » | 17 Hicdy B IL ho £ 4-1-3 9751 -

L=0

®4-1-3 C.LLE. Lab 3z ¢ R#7 % H[99]
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% 4-1-3 B LR/ § 2 RSENEI A

* E3 *

code L a b Thickness (pm)

Pure PI 89.1 -1.1 +23.2 36
PI-Si1% 87.6 -1.3 +30.4 37
PI-Si5% 87.7 -0.1 +24.3 32
PI-Si8% 90.3 -1.1 +16.8 36
PI-S110% 86.9 -0.9 +33.5 33
PI-S112% 84.7 -1.3 +29.6 39
PI-Si15% 88.2 -0.2 +20.9 37

#4-1-39 +bie 45§ R ~-bBEAFR ~taEd R ~-aBd B R
Lig 4532151004 P & > LEAXRT04 85 B - A 4-1-3 ¢ 7 5 0 fde

» SIOZ—\ §7 ’ L*]E] F]’; &‘P—r K§ ’ z‘7""'{’\': ] SlOz\ ].9 n§___L lﬁ_‘ﬁ' i}j?_ -g;h/%’\'_;

o

%m%ﬁﬁﬁf’ﬁﬂﬁﬁ%@ﬂwﬂmﬁﬁﬁﬁﬁﬁjwkﬁm
%o rig FL*¥E G E g a*bh’b*jj‘&‘»;‘;i’ﬁ XA L BT
LA e~ Si0,2 (5§ WA B R (LG B F BT 2% R (a)

BERMHb) T R P E S < B

_—
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4-1-3~ &8 7 E R & 5 (V-Vis)
NF B IR AT Ak R R(UV-Vis) KB FF L BRI o 4
PRz R fpie/= § 1Y@ R 2 EwE B §35~40um> 02 7§ (TR

P i & 4 F200~800 nm P 2. F i K e

100
80 -

o

X

< 604

(D)

Q

<

<

=

é 40 <

=

<

S

~ 20 -

—s=— Pure PI

04

T T T T T T T T T T T T T
200 300 400 500 600 700 800

Wavelength (nm)

W4-1-4 F I fr=E UV Vis % 3 5]

#4-1-48] ¢ #7757 5 BCDA-ODA R I fig?%2_ UV/Vis & 3§ >
B¢ v p &E-%ﬂ,é._—‘ B4nd 5155 988:790% > m (SR B™% - %%
@SOOnm/f@?é»ﬁﬁﬁ'f heBE T GHTERRRIFF PR W ¥

= N A mﬁh{? 8k % e7400~700nm F B 0 (AP B A



g B GARRT S R IR P T e B 4§ st
R
100
80
o
D
o 60 —
&
v}
hd
é 40
8 —=a— Pure PI
= —o— PI-Si 3%
T 20- —a— PI-Si 6%
—— PI-Si 8%
—<—PI-Si 12%
U —»— PI-Si 15%
I T T T T T T . —— . . ]
200 300 400 500 600 700 800

Wavelength (nm)

Fl4-1-5 B L are/= § &8 2 % UV/Vis % 3# R

BR4-1-5%2 £24-1- 4L VP R N 2 Si02 BT B RGP R
oS FSIOy e » BAK S T IEREBT 02 T hig R 2K
ﬂ? ?33)3*" " —5’.\? %Eﬁpgﬁ, 'T]T:"-* "Qﬁl?‘Sioziﬁ? ’ 7%*&:‘\4 g d %’;4,\%"{7 149

Mg NARA I, 0 @ E N A 392 WG A R 4 b g

NS

s
F
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24-1-4 BT iR/ § PP 2L FWEPR

Sample Thickness

Code (pm) Tes)
Pure PI 36 83.5
PI-Si1% 37 82.1
PI1-Si13% 27 83.7
PI-Si15% 32 68.1
PI1-S16% 35 82.6
PI-Si8% 36 82.0

PI-Si110% 33 81.6

PI-S112% 39 74.7

PI-Si15% 37 68.4

PI-Si120% 37 82.9
* 550nm L

4144 R 15(TMA)

AR I BB RA T RAFT(TMA) » Bl E 7 k5 B I f
Y/ F iv B2 20 R = JE W02 & 9k % B (Coefficients of Thermal
Expansion> CTE)> T BL% - ¥ i* % 7 & {142 #00%E Gl 8
kB B2 BOUIE 822100 °C 7200 °C 5 BLRY chdd & 48 o Bl4-1-6
S RLEER/ZF 2R B2 TMAR) > 2 8 % SR8 £ 4-1-5

¢ o
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160

140 Pure PI
—— PL-Si3%
‘g 1209 |——PLSi5%
‘?2 100 |——PI-Si8%
e —— PI-Sil10%
%f 804 | —— PI-Sil2%
S o] | PLSil5%
g —e— PI-Si20%
g i
(O]
g 204
A
0 4
-20 T T T T T ! T T T T
50 100 150 200 250 300
Temperature ("C)

W4-1-6 F T apsR/= § “p R 2 52 TMAR

bA415 0w

LYEF - 5 i pende » £4% 5 HHODE Gl

‘m\\

TR VA AT EFF AL RPEPRT L F B e
PR L B RARZERAEBEES T AF R > G R
WIE Gl Pl RS S R A AR ms S R EY 2
4L HZ BT AR B F EAR S 5 A T ARA e TR
A IR CliePure PId2.58 1§ £ & F A 20% - § @ en
PI-Si20% = *# 235.52 > * * 7 7.06 ppm/'C > "% mentg &k B &

16. 6% -
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%4-1-5 B L ARR/- § VR R A E2 #089% 3 8(CTE)

CTE
Sample Code (ppm/C )’

Pure PI 42.6
PI-S13% 40.1
PI-S15% 40.9
PI-S18% 42.3
PI-Si10% 35.9
PI-S112% 37.9
PI-Si15% 35.9
PI-S120% 35.5

*The coefficient of thermal expansion are determined over a range of 100-200 C.

4-1-5 #& i B 4 $7(DMA)

AR A B R A 4T R(DMA) & & BRI I fieis/= § IV #

B E 2 A R (Te) © Bl4-1-7 ~ Bl4-1-8 5 R fe'=/= § 1t
FoOR 2 e fE 454 47 B0 B14-1-8¢ Tan Delta g § — & * %

NI g B R BT S AR R B SR R (Tg) » T #-1ip 1 Tg
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Storage Modulus (Mpa)

Tan Delta

3000
2500 -
2000 -
1500 -
1000 -
—=— Pure PI
—e— PI-Sil%
5009 | ——PISi3%
—v— PI-Si15%
0 —<— PI-S110%
T T T T T T T T T T T T T T T
50 100 150 200 250 300 350 400
Temperature ("C)
W4-1-7 F I fse/= §F (28R S8 %2 /5 i H
1.8
16 1|—=— Pure PI
| |[——PI-Sil%
1.4 4 |—— PI-Si3% /
1 |—— PI-Si5%
127 | —<— PI-Si10%]*
1.0
0.8 -
0.6 -
0.4
0.2
0.0 -
T

50

T
100

T
150

T 7 T T
200 250 300

Temperature (°C)

T
350

T
400

450

W4-1-8 B T fev%/= § i“ # R = & %2_Tan Delta
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KRA-17 ¢ 7S PG WOBCEF - F R s e L% 15
) 0 B R - T e s AR E 0 B & LF) S AT on
AT EfoRERIRA L WAL AR A S Y 4 g F -

Fllpas o amzo PR e AV R IBRRE oL

Ik

Frhes F A IWE% T AR R B 6 28] T L R e

FOE LY AR A BRI TR R e

Iy

&

FReRiER 4 Fplid S G T T IR % o 30t BT bR/

R R Y T BT S BT YR 189MPa

Iy
ey

-~

2 3 2738MPa » # 4c 7 20% *

¥oebd Bl4-1-8V B ATgiRip B9 8 & *+ £ 8 » 2 ATgH &
380K e B r - F P A A EHRALEEANT S BT TR
Bder 2§ VT3 BB LIRR S RN T Bk

SRS B T

#4-1-6 B L fa R/- § (VB R E2 #4758

Sample Code Tg (C) Storag(g;[ 11\)/Iac;dulus
Pure PI 381.8 2189
PI-Si1% 379.3 2127
PI-Si3% 381.4 1988
PI-Si5% 378.1 2406

PI-S110% 380.6 2738
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4-1-6 # £ % A 15 (TGA)

REFAAPFARRZ LGB ERY  REFEEEAR
ZFEFECE O VREMPOEABERZ FERC TR 29 %
#* TGAH R L fI=/- §F "FRIE s AR EF-F 1
BB b R ERYE S § AR S e A R R (T 1 -
FAGZRE RN AL 7ML R B(onset ) @ AR F £ (Char

Yield) 5 $1:£900°C 4| T crp A€ -

100 -
80
@
% 07 | Pure PI
'ﬁ) —eo— PI-Si1%
‘g a0 |7+ PES3%
—v— PI-Si15%
—<— PI-Si8%
204 |—— PI-S110%
—e— PI-Si112%
—e— PI-S120%
0 T T T T T T T T T
0 200 400 600 800 1000

Temperature ("C)

W4-1-9 F L fse/- § 2R 2 E%2 TGAR
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£4-17 BIare/s § PR A BN RAFRER 2 AR

Sample Code Td (C) Char Yield (%)
Pure PI 439.5 15.7
PI-Si1% 4443 17.4
PI-Si3% 441.9 17.9
PI-Si5% 443.9 18.5
PI-Si8% 435.8 20.7

PI-Si10% 445.1 21.2
PI-Si12% 437.0 22.2
PI-Si20% 425.8 24.6

d B{l4-1-92 24-1-78Fup RaagdF B fEER T LT EF =

F P aiAem 3 P RESRE ARG AT ERT Ao— Bdrt i

FooF b BART 0 MBUAR T EARS 0 R FIE F] 5 2900C

i 3R g R A b S R T A g R 4 A g

fim
A
N

FABIR DR BT B T BER T E T RBT R

mi%ﬁom’?b)ﬁﬁ*m_ Z_Z ’ﬁ“‘k%‘b—f 3 7L/€)'7€'T’/J Se B @ b gy

AR R R T TR B AN RER TR o
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4-1-7 &4+
RLppi=/-F P RNE2 AT ¥ EEA£4-1-877 2 A7

BI0F R R TR )35 0 2 mgE D ¥ Eenl5i

b

¥

TR F e B EREMEZ R A 2 20Wt% S F L pF
B 1869

£4-1-8 BRI FR/-§ PP RIER2Z AT F&KE

Sample Code Dielectric constant(K)*

Pure PI 5.57

PI-Si11% 5.46

PI-S15% 5.27

PI-Si18% 5.76
PI-Si110% 549
PI-Si15% 5.74
PI1-Si20% 8.69

? Dielectric constant is measured at1"MHz
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4-1-8 3% 8+3F 5 3 = + k4 (FE-SEM)
Bl 4-1-10 & TRz 5 2 SEM B> BlY ¥ #3R- 5 o
F 4] 5 A 20~25nm - Bl 4-1-11 5 # B L < SEM 4 & B > 4 B ¥

TOUGE AR R LA

oI, T

15.0kY X140,000 100nm WD 89mm

EM ELiP| B

NCTU SE 5.0kV  X50,000 100nm WD 9.3mm

®] 4-1-11 Pure PI 2 4 & FESEM i §]
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v

B] 4-1-12 3] 4-1-15 = /,T e Rt G Z F VR 2 BT iR A

b 7

%7 FE-SEM ELIP| B] > ¢4 30 1> 4% 3 %%?-;;’J: e A B § VR

Nud

&z
¢\

150KV X50,000 100nm WD 11.3mm NCTU SEI

(D)

15.0kvV X80,000 100nm WD 11.7mm

SEI 150KV X50,000 100nm_ WD 11.7mm NCTU SEI 150KV X30000 100nm WD 11.7mm

Bl 4-1-12 B L ave/= § & 3wt% R 3 & 952 FE-SEM .57 ]

(A% & (B)f # & 80000 % (C) #% # & 50000 (D) #%# & 30000 i
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NCTU SEI 150KV X50,000 100nm WD 12.2mm NCTU SEI 15.0kV  X80,000 100nm WD 11.6mm

(C) (D)

NCTU SEI 150KV X50,000 100nm WD 11.6mm NCTU SEl 150KV X30,000 100nm WD 11.6mm

W 4-1-13 B L fes=/- § i F Swt% B = &% 2 FE-SEM BB F

A)Z & B)R &£ & 80000 (C) & # & 50000 3 (D) &£ & 30000

60



150kV  X75000 100nm WD 9.9mm

SEI 150KV X50,000 100nm WD 99mm s > ) 100nm . WD 9.9mm

W 4-1-14 B L fpi=/= § i 10wt% 2 = &% 2 FE-SEM LR §

A)Z e B &Ea 75000 (C) K& & 50000 3 (D) &£ & 30000
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NCTU SEI 150KV X50,000 100nm WD 12.2mm CTU SE 15.0kv  X75000 100nm WD 100mm

wf
2 Bada

150KV X50,000 100nm WD 10.0mm CTL S 15.0kV X30,000 100nm WD 10.0mm

B 4-1-15 B L fpie/= § 1 7 20wt% R A% %52 FE-SEM .37 §)

A% & B)E# & 75000 & (C) & & 50000 (D) & # & 30000 &

B 4-1-12 3] 4-1-15 & Fpie et bz F L2 B ARR A
%2 FE-SEM BLRIB] - <R 4-1-12 7 5 L2 f& e By T F
fernz g VL BRERE O EF D F VP R 3wt%H 4 I
20wt% o H g om BRI RIBIEE T 2 TR A 2 g KRB R

Bofe NPT DB EIR % o
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4-2 ~ BT FRR/ proe R S E2 WK SRS 4T
4-2-1 ~ 2 F & = F = b 5k 3 L $7(ATR-FTIR)

d Bl 4-2-1° ¥ g SAIERRT S ORI AEST R
= &R > 3T 1780 ~ 1720 ~ 1380 cm_l 7 & A R I e s TR A
45 ¢ 1780 cm_1 % 17 fp?%en-C=0 asymmertrical stretching x4y ;
1720 cm_1 % 17 fpd%en-C=0 symmertrical stretching * 4z ; 1380 cm_1
Pl 5 &7 B t=en-C-N stretching w48 o @ B g =pa >t 1550 cm-1 2
-CONH } t-N-H i & & {dexjoif 2 P ags i 4 5 TP 4 7 2477 97

< R

i e I Epa it 2 U RO Ry feie P pk AR & T 3 I e

TR PR 7 3 B La=p T EEEETRVEX

HRIAP G o B 4-2-2 5 = BRI fRIE R 2 e
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Absorbance (a.u.)

Absorbance (a.u.)

Pure PI MM
PIN
PI-Am6% AT
1780
\
PI-Am10%
T T T T T T T T T T T T T
4000 3500 3000 2500 2000 1500 1000
Wavenumber (cm'l)
B4-1-2 R L EE%/° phies R = E S ATRE 3 B
Pure PI
PI-Si10%
PI-Am10%
I T I T I T I T I T I T I
4000 3500 3000 2500 2000 1500 1000

Wavenumber (crn'l)

B 4-2-2 RL %7 7 b &1+ 2 ATR £ §
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4-2-2 ~ & kipld iR

£ 4-2-1 B L ERR/V FRdv2 R 2 ENEE S A5

* * *

code L a b Thickness (pm)

Pure PI 89.3 -1.2 +22.3 36
PI-Am1% 85.5 +0.2 +31.1 33
PI-Am3% 86.3 +0.1 +29.1 34
PI-Am5% 85.9 -0.3 +27.8 35
PI-Am6% 88.4 -1.0 +24.3 35
PI-Am8% 88.2 -0.7 +26.8 36
PI-Am10% 88.4 -1.1 +21.2 38
PI-Am12% 87.5 -0.7 +24.9 37

F7 B L - T merid

£42-19 +bE 4 £ RS bEAER At AR ~albd BB
LEdiT1004 7 P & L5047 % B - f£442-1 # 75 L ah
» O AR 15 L R R T a0 0 phges 1500 4

R TR 2w BT iR he g g P 0 (e B0 K ehtg B R Tt

N F LR RE A b G10%07 R4k € F A AR A AR

B o b*hde r U ERARZ (5 BAEE RARKARL o
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4-2-3~ £ 535 Z R &7 (UV-Vis)

100
80
<
< 60 -
S
g
=
g 40 —=— Pure PI
= —o— PI-Am1%
&= —a— PI-Am3%
20 1 —— PI-Am6%
—<— PI-Am10%
—— PI-Am12%
0 L—i—i
I T I Y T N T g 1 T I T I
200 300 400 500 600 700 800
Wavelength (nm)

B 4-2-3 B I; fibsR/P FRARR S 2. UV/Vis 3§

MEE e T B4R B S TR A - BRI HIT T0% 0 B TSR

R Flfs s AR A BT S 0 X0V faden e T B0C R A IF

AT R AT AR AR R T ARRE N A e PR i R R
;4

oD LR ERARER R R T AR o
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% 4-2-2 B L R0 BRARR & B2 B R

Sample Thickness

Code (pm) Tes)
Pure PI 36 83.5
PI-am1% 33 81.3
PI-am3% 34 77.6
PI-am5% 35 75.4
PI-am6% 35 81.8
PI-am8% 36 70.9
PI-am10% 38 79.5
PI-am12% 37 77.8
*550nm

4-2-4 #4844 7 (TMA)

AR S AN BB L AT RAAT(TMA) » RIE 7 8 SLen® I fie
/Y AL 4R A JE 2 #U K 1% Bi(Coefficients of Thermal Expansion
CTE) » %7 fidez ERHMH L FOWR BB T 2 %2 &
WE (2 B2 100 CF]200 C A B chal & K18 o Bl4-2-4 5 B IR

i/ ® FL 42 R A E 2 TMAR] - B 3 % B8t £4-2-3¢ o

67



160

1404 |—=—Pure PI _-'zﬁ
— 1 |[—+—Pl-Am1% _-'iiiﬁr
98 1209 | —s— PI-AM3% g&iff

S ol |- PRAmS% Lttt

> | |—<—PLAmS%

2 gd |~ —PL-AMI0%

< 'i’ﬁ
= 1 |—+—PI-Am12% sit

O 604 ;i‘i

: ott

'S 404 ot

2 o

0 - ot
é 20 'U."'

a ] ot

0 ul
-20 T T T I | ' 1
50 100 150 200 250 300
Temperature (°C)
W 4-2-4 R T pieiR/° pessiR s E9% 2. TMA W
Bk 4-2-3° VoEIRA T B2 (8 0 H AR i) Ao T

FABE o SIS R I R0 42.58ppm/'C ¥ 5 I 1K) 40ppm/C 0 ity

)‘;m"ﬁ 6.1% -
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% 4-2-3 B ERsR/ Y fRANR & N2 #49E 14 #(CTE)

CTE

Sample Code (ppm/C )’
Pure PI 42.6
PI-Am1% 41.3
PI-Am3% 39.1
PI-Am5% 40.1
PI-Am8% 40.8
PI-Am10% 40.6
PI-Am12% 41.3

*The coefficient of thermal expansion are determined over a range of 100-200 C

4-2-5 # ¥ L4 17 (DMA)

AR BT B R 1T R(DMA) & £ RUR I fier/ ¥ fi4em
Xz IR R (Tg) o Bl4-2-5 ~ Bl4-2-6 5 B I fip e/ ? fe4ein
NOE 2 F LR A 17 B Bl4-2-6¢ Tan Delta ¢ 3 — & = % chd 30
pot ke § BT 5 MR LI A R R (Tg) £ -] 19 enTg g 2

%4247 o
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2500 —
=
S, 2000
s
95]
E 1500
3 -
o)
% 10004 | —=— Pure PI
%0 ] —e— PI-Am1%
5 —a— PI-Am3%
+~ 500 -
%2 —v— PI-Am5%
i —<«— PI-Am&8%
0 - —— PI-Am12%

|
50 100 150 ..200/7+250 300 350 400
0]
Temperature (*C)

B 4-2-5 Bodr e/ P BRATR = B2 RE 5 WOl

FERA-2-5 7 F T3 L T AR S G H e i)
H 5 E.-T%{fl F ﬁfﬁ'{*ﬁ i‘g% SEE kAN 0 i N Kﬁ*?EEF IR R e

LG e T AR (5 6 AR RRA A TR pd WA o

ETTRS

-

VR A e R Iy fpies F 2 A 4 s enie 4 i e 2 S e
HRAMAm B o sV H DL SR A o 30 B IR/ AR S
G EL o B BT 8 2189MPa b £ % 2508MPa o H 4r 1 12.7% o

d Bl4-2-67 B I ATgIN > A0 a8~ ~ £ B > i RkTgs &
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380/ > fe §4e » P OE4RT 7§ BB R T ARRA LRI 0 2]

e
FE]

T T R > 3 FERAF] S A A T250°C R AT 0y en®

)
—=

Rt 8 E LT BPTET A TR LT ik -

Tan Delta

-0.2

1.8

1.6 1
1.4
1.2 5
1.0 1
0.8—-
0.6—-
0.4—-
0.2—-

0.0

1|—=— Pure PI

{|——PI-Am1%
—a— PI-Am3%
1|—— PI-Am5%
| |—<+—PI-Am8%
—— PI-Am12%|

Bl 4-2-6 B I fipre/ ¥ fR4R & & 92 Tan Delta §]

50

100

150

200 250 300
Temperature (°C)
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% 4-2-4 B I FpiR/P BRARR 2 ER2 AL

Storage Modulus

Sample Code Tg (C) (MPa)
Pure PI 381.8 2189
PI-Am1% 378.9 2347
PI-Am3% 379.3 2306
PI-Am5% 378.5 2291
PI-Am8% 380.2 2234
PI-Am12% 379.3 2508

4-2-6 £ £ 4 & 7 (TGA)

AR & TGA R Ip fis/ 7 Fadsl = JEias 47> KB RF
B AL 4 I e BT iR/ T FL4R 2 E g A 1308 & (Td) s 1 o
PR R R DT RIS RN B(onset B) 0 A AR T £ (Char

Yield) 5 ]:E900°C P ™ A £ o

BAFRERIRG - 300 hijde - § @ ek ipLs 5 RFD
{E’ ﬁéij{"? ;E LA ”ﬁ}y \f L—-?’\E‘Eﬁﬂﬁ—n"*‘]]\ s E 1) A g&féﬁ‘)]ﬁ*/n_ J‘
J"g R T RS BA DR RTFIpEE o
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Weight (%)

100

80 —

60 —
—=— Pure PI
—e— PI-Am1%

409 | ——PI-Am3%
—v— PI-Am5%

20 - —<— PI-Am&%
—— PI-Am10%
—e— PI-Am12%

0 T T g T X T T T T
0 200 400 600 800 1000

Temperature ("C)

B 4-2-7 F T ARAR/P BdeR 3 E 2. TGA )

% 4-2-5 R LT fi%/® AR S B2 £ AR ERTRAA ST

Sample Code Td (C) Char Yield (%)
Pure PI 439.5 15.7
PI-Am1% 435.6 15.8
PI-Am3% 438.4 15.4
PI-Am5% 436.4 15.0
PI-Am8% 441.3 15.6
PI-Am10% 437.9 14.6

PI-Am12% 439.1 16.2
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4-2-7 K A Y
B feie/? padeil % B2 A7 ¥ BiEAr £ 4-2-6%77 0 H AR E
PR NE Y AL ERE)3S My ¥ EalSE o

PR AT B r B0 BREMZRL AT H G KT DR T

Voar AT AR I R F A D AR A AT o

% 4-2-6 B I fpiR/V B4R S 2 AT kE

Sample Code Dielectric constant(K)*
Pure PI 5.57
PI-Am1% 4.93
PI-Am3% 5.47
PI-Am5% 5.14
PI-Am10% 5.23
PI-Am12% 5.82

a Dielectric constant is measured at 1 MHz
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