HERERY A 2 FICE TS FERFER B FOEEREDOHE

CRIKRWHEHET)
A% R, HE RHA, NG KRS, R BA, ME X, KRR

(£ B])

AWFFEIE, TRVR I B W TREGEDN ZEIFET D 2HB/IHEAR Y A I K (PD) @
mEfsm e AR L OVEEMEEHIE B L, Bt X BIREZFIH LR - LA X
FREPT (SR-VT-WAXD) JHIED & FHl S35 & FE PL OfEdbks T OB E, BMZREO
IO X, MEWE S T HOE OB IR B) & (L A% TS - SIS O Y 70 FH ] % i
3222 HIE Lz, faS T ONRERWIESE (CVE) 1380 I UL Ok 24
K DT, TOERBEELBVNAOHEBEZRT Z &, —F, KT ERORENZESR
(CTE) 13 b s L OGS s (AR ICRIKGFE T2 2 e 2l L. EEE
JE L CVE ORNCEED b=/ EEIf% % Griineisen O BRI EED MM L 7= 45 51, A%
IZ¥1F 5 CVE 23, BHITHmT OB BEFE (225 OREEME, RO THRYIKLHE
NABR LT O IRENCER Lo ERBEAAERICHGT 5 2 & 2B 602 LI[1].

(#& 2]

TAE OEERTTEE TR SR O TR O BRI O 20 72/ M - @B ERIZ K- T, [BlE
DFEBEE RN ETETHIRL, HEVEIESE (CTE> 100 ppm K™ OKRKZWARY A
2K (PD) S5 5H4%E & CTE (~ 10 ppm K™ D /)N & UGB AR MERE = 8 (K KL
EDORZ 72 CTE OZEIZL > T Y RHBNFEO XKML L 5 2 & 3 RREHE S A
U, Bz FiketasHc S < PIO CTE KRB E £ TW5. LasL, RICZET
HEIZ LY, P OBZEZSEE) % 53 7 DAL FHEE D A0 6 T - Hli 2 2 L IR
#HThHDH, Tbb, (1) MHEBEICEH SN D PLOS < ITiESM - R X OFEH
BEPNRIET DGR T CTh 503, BWEBIIE S Tl S 415 CTE IXERFEY)
ETH Y EBMEEA D CTE (315 502, BUEEICKHT 2 Sk s & b o
& EECE 720 (2) CTE 130 THOBEANIZHR <ARTET 223, BEliA I bIRERT
PER SV, BLm ALFAEE O RE SBECE 22V, 72 EOES TRA OSBRI
TOHMMEN DD, &2 THhAIL, EEEYZH 3 26 0O BIERSE O & & RIRAIEH
HIRTREZ2 A X RRIET (WAXD) VA2 H L2, WAXD IZBW T, $luvE e —2
%3l U R s B 2 TR O IREEREIIC Tz » CEHAIRTREZR 720, 4y - BHEL 1A FE A e
DEBZPE L THIEF7 "V FRO CTE ZEEALFRET, T OHiE+ D CTE,
CVE |35y 7HfiE ((boffid, JPRE) & EER T 57280, BWEROMENZ A2
TREFHRSINEOND LW END. £, ABIFEOXS &+ 5 ER R PLIZ=EN
5 350°C LU EOEIRICH 7z 20D TIAVRER CH—OLE Rt 2883 5729
(2, FEER T E ORI T 5= (CTE) 2N/NEWEAITBW T, WAXD HIE
B A 50k & D2 L TIEMZY CTE ZiHMEFRETH SH. S HIT, MWed TEATHE
NEL, hERE—LARTHRBELZHE LN HEE (SR) X MEZIEHTHZ & T
BIPTERDIRN W2, BN EEEALD X0 ERERRI A RE L 72 5. ARWFFET
1%, SR-WAXD %G H L7z fbdbts + DOEBW AR O EFHANC S &, fidhtE P1 O
Eafs - OBEIRSEN & 0y T, EEEE, HWEAOBE L IRIIZER L.
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Fig. 1 {2779 13 D PLIZ DT, i At
FCTOEREA I FMekic L v RS L mks st
R, F723R Y 72 FERRTERA 2 INEA— i 4k
i Z LTI Lo mEdm PS4 I E 0B
L, BT EBOREKRFENS CTE BXLO
CVE % 3 L 72. VI-WAXD Jll& (%, SPring-8,
BL40B2 (JASRI, &5 2013A1077) 72 HTH
|2 PF, BL-10C (/& = /L — IIE I FehsAE,
R 5 2015G587) THEM L7-. X BRERIR,
0.89 A (BL-10C), 1.0A (BL40B2) & L7=. &
BtOMBUZIZA N7 — L ARy b AT —
Y FPR2HT #fEH L, T _XToOREHE, FHRE

DIBREZ R 5 7123500 CIZHE L7412,

oot "

Ar sBPDA-Ar
Ar: diamines

-0~ 00O OO0

CHs CF3

DMDB TFDB

HiC FiC

oo Q0%

ODA BAPB
O (o]
- g apas —()— o DABA
O N
H

Fig. 1 Chemical structures of fully
aromatic PIs and their abbreviations.

MR AR T BT WAXD IE 2 FEhE L7-.

[#R - BF]

KM PL OFEAERIE, =R/ (a=90°, f=45.9° »
= 78.9°) %9 % sBPDA-DMDB % [g&, £T
EHE (a=p=y=90°) &RE L7=[1]. BREERE
DOBIREIZBWTHE LT, K WAXD 58 7 1
7 7 A JVE T ITEL I WAXD 14 0 45 -8l 7 17 3 &
O F- 88l & Tl H SN > - RE T e 7 7 A )L
D hkl BT — 7 OALE quu > 6, & FEK a, b,
¢ Z B H L7 (sBPDA-DMDBIZOW T IEAJE o, 4,

y BT COMEICEE L Ta, b, c ZHEHLT).
#RIE] & L C PMDA-PPD ¥y Kkl D& IEE TO
WAXD 587 1 7 7 A )b A& EER D IR R AT
% Fig. 2a, b (7”7, A EBDRE IR L THIE
A HE NS 2 fEdE (110 °C 2> 280 °C) DFE X H»
Ok T EE D CTE Z 37 L (Fig. 2b), CVE (X
KAk il 7D CTE O fn & g+ LT,

4% PI ® CTE, CVE, CTE ®HJ514:% Table 1 |Z
F iz, EREHI YW, 2 TN IR T 5 ¢
#5111 CTE (CTE.) D#faxHiid 10 ppm K LAF
ENEL, N ETRER a, b 571710 CTE (CTE,,
CTE;) 1%30~100 ppm K ' & K&EVMEE /R L=, 24
sk DR PITIRE) O FEFTE (IREIORT v v
JVBRARIZIERIFRME) IR L, EE O HIELRE
DN VIE EIERFIMEN KT D, Thbh,

(a)

110

002

* a-axis
X 3E" b-axis
S A c-axis
® ¢ Volume
c 2
@®
o
X
g
©
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—
©
c 0 A A A A A —h—A
|—
A )
100 150 200 250 300
Temperature/°C

Fig. 2 (a) SR-VI-WAXD profiles and
(b) temperature dependence of lattice
parameters of PMDA- PPD crystalline
powder sample.
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DOIEFFER /NS VDIZKE L, 53T TRAET 5 a, b BT TIXHMESREA /N E < FEH
FIERRKENZ LI LT, —RIZIXCTE] << |CTE/ ~ |CTE/& 72 5. —J5, CTE ®
BIFMEIZIEA PL O TERNRD bR, fEdbkEF~D 0 FOFEAERIZK & {KFET

D2 &AL,
Table 1 CTE, CVE, and anisotropy in CTE of crystal lattice of each crystalline PI samples
pomE-! oK1 ppmE1 jppmk-tICTECTEJCVE
PMDA-PPD 85 31 -0.4 116 0.46
PMDA-BZ 98 56 —4.6 146 0.28
PMDA-DATP 91 49 -0.4 140 0.30
PMDA-DMDB 75 71 7.0 154 0.03
PMDA-TFDB 108 67 -8.0 167 0.25
PMDA-APAB 108 37 -2.0 143 0.50
PMDA-DABA 95 48 -2.0 142 0.33
PMDA-ODA —44 196 -5.0 144 1.67
PMDA-BAPB 118 79 2.0 196 0.20
sBPDA-PPD 99 15 5 126 0.66
sBPDA-BZ 4.0 149 —8.8 144 1.01
sBPDA-DATP 86 72 -3.0 156 0.09
sBPDA-DMDB 94 63 34 185 0.17

—¥85» PI (PMDA-DMDB, PMDA-BAPB, sBPDA-PPD) #[&¥, cH#li/iA1® CTE 134

fEZ L7 (BiRCIHET 2). Zhuix, (1)
BRENC L ARG AZKIC Lo T, @ik LHE
NOFHIDY ¢ B ST @5, (2)
IR FANC X2 A O K (Bl H HE OH
K)IZE D TNONARBEERERISND Z &
THRAEENBD T2, 2EICERTEEXD
N5, EHICHRIEN L, 7 s L
THI B 5D PMDA-ODA IZ38 T, 48l (¢
i) (CIEER o O CTE BNAMEERLT.
WAXD T B3 DIV # T EE & BRI, #
FWNIZEBIT D5 PMDA-ODA O i 2 iE R % 3T
fliL7=& Z %, PMDA & ODA BA& DB
BRI ac HIZIZIF VAT & 72 5 Mo @O e
RHeZ LB Z LAV L (Fig. 3). T7/4bb,
R CIEBVREBNC L W EENME T 525 2
LTk o T, plTAICIIRE S IET L DI
XL, afFmICIINET B2 b5,
—J7, FEEAS RN SRR L BRI p
& CVE fEO RN IZBfE 2 A OFERENFEO bl
7= (Fig. 4a) . [E{A2#%I2> T CVE & &kt

(c) ac-plane (d) bc-plane

Fig. 3 (a) Predected crystal structure of
PMDA-ODA and the projection views on
(b) ac-, (b) ab-, and (c) bc-planes.
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763?)5[2] Z :wc‘\: )2 Cv,inter; X 6i%ﬁ 200 _ PMDA.BAPB
Griineisen 4L, 77 SHTRE T [8) OFE - . BPOADMDE
IRENCEE N 5 BB, R =R eor PMDA-TFDB
T, My EEATOMBKT g el g
DR RSN EERR] F5, 8 9wl ® o PDAnS
P gL 2358 < iR S 7o eic s ol F’MDA»ODA*‘//, @EPR&PPD
T% Coiner DILFAREELIFIE D /NS W ! \\\\
EEZHILDHT=H, CVE OFE2 B T R S
Ty THDHEZEXTRW3E]. Thb Weight density/g cm™
B, Fig. 4a IO D EMRBIRIT y & .
p DOKIENE, y=k (1 —vop), Z/RIE I PMDA-DADB B
. T PMDA-APAB | sBPDA-PPD, -
T2 (k, vo lFRABHMEIZIR B 72V ER) . X 17r P
:@grj/tft@i, fﬁ*}iE%ﬁ%@ﬁ% X = DE- 16 L SBPDA-BZ ."‘;.-\’
e "y s sBPDA-DATP M .~ M '~ -PMDA-ODA
(OVIOP)r X0, W& V IZ B9 5 — R = [ PVMDA-TFDB M, -~ PMPADMDB
%ﬁ&ﬁ&ﬁ&ﬁ,%@%@kl@vo §15_#%w£-
ER, PEESE LT, kLD, - 14F .7 PvDABAPB
V=_>Vo—vo) exp(—k P) + v, 13 i

1 " 1 " 1 " 1 " L 1
0002 0003 0004 0005  0.006
AM_ Imol cm™®

Z OfFIE, HIEICEB T 2 REHATEZ 14,
HABREE v & LT, B o B HR
FE, Vo — vo, DMEJ) PITKE L T Fig. 4 Relationship between (a) CVEs of Pls

¥ exp(—k P)Kﬁléo TR L, mEEkT and weight density, (b) normalized heat

vo ICHIET 2 EF M L VR CX 5. capacities at constant volume and p/M,,.

75, % PILO HBEEORIEHERME PSR LN 2 L2 RR LTV D.
ZOET UL, BIEMEA S B 5 @G saTE PL2Y 0~1 GPa DEIHIZIWNT, (2
UM R 2R LTIERERN D b3 S D, 202 &b, 45 Pl OB R) B
HARFE O RFEIEME RIS KB S D LRt D, PLICBW T @ FHEHZ R A O B
AN BIZR~KRESFGT LI ENPEALN Lo T.

S HIZ, Griineisen EHUC L 0 HA b L7 BB, CVE( k(1 —vop)) = Coinedly, &
UM, (M, 1340 K LEAL O 1) ORIZIZIEOFHBENRD b, 0K Uiz —
B & T DR FIREND Coiner ~EITFH T2 Z LR ST (Fig. 4b) . DL EOFER X
D, RidtEmE D FOBZRRIEEICIE, (1) EEHRE L2 RKE < LA R R 2R
T5, (2) BORLBEEEZKRETDH5ZET—AREHZ Y ORHET— FE (Coiner)
RS D, D2 ANEETHD EiEmitiT 7z, 72720, Zhuda FIREND R R 2
2T DS OBMERICH L CHEHA SN/ mTH Y, o FIREIO B RENRKE L
Criner DFHDY y OFH-% LIS ZEK T L 725 Z E N TRINDIFRMERES T2
TiE, JAATEBOIH] (Coime DIEEK) NEEICR D EHEISNLD.
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