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Properties of Urethane-Based IPN Elastomers

Seong-Kee Min, Chan-Young Park
Division of Applied Chemical Engineering, College of Engineering, Pukyong National University

Abstract

IPNs have interpenetrating motion and phase separation behavior of independent
polymers, respectively, and also these are affected by the physical interaction of polymer
components. First of all, 2- and 3-component IPNs based on PU are prepared by
combination with two or three components of PU, PMMA, PS and epoxy resin. And then
the entire physical properties concerning morphological and mechanical behaviors of these
[PNs are measured by employing FT-IR, SEM, Rheovibron, and DSC, etc.

Compared with pure component, Tg's of IPN are shifted to a higher temperature in
all IPN kinds, and these are considered in attribution to intemal movement of glass
transition temperature or partial phenomenon of interpenetration. Rheovibron measurement
results in a broader distribution with peaks of tand or E”, and this morphologically
represents a medium degree of partially mixed [PNs in confirmation of SEM photographs.
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ow 19603 Millerdl” & H22 FAHYY. HEAF 284 FAAE B &
= 1 0)4e stust nEX A FEEH T AAFez e R B
F A vlA7tx 2 [PNse 282 uldia 232

g 24eg 2a? g2 gL nEXR
Hoz 4% Nz dAFA &= ¥ AFL Ao 19649 Kator} osmium
tetroxideE AH&3ted iz EA=9 Fusy A7 B TS ey 1 o
Z g3 Aoz I TAFRIYY T3 nEA EFY FAErt d7Hn B E
A nEAEC FFeoor 3% A, F2H BEF Fol AT YIZHAF &F
1EA RS E8F A5 AL S M2 Hole FHoH FFel A
go] Aol =eE o 71X FEAN AHHow Yojudrt
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2 ENZY AL TEEY A Qs ARHoRE M AL H s
g 7IXAA 7 B2 43 AR PAEE Zet 285 HE F8d94 AE
AE FATFRE A5 W 72 Fo] BAY. o] AdAY FHEFL tui
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Castor oil& 7)Z2Z 3 IPNso?® oisld 943 2ad 3 polyurethane (PU)-
PMMA IPNsol oid B2 Q77P ™ Ag59 g F2 FA7E A4
polyurethane Eei7} YR Eo|don A4 43 ARy, s A4 A% 73
Ao}t 2y AE9 A 59 EFoz F4HE U A7vt APHUY
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Folu H&x, B, FeRdte] Mg 3 fEHe] 2E9 olF Fol A7 UER
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IPNs$) LE2AAZ He €5 Weld 23 Aojdede 7Ax™ o] A= A F
 A%7h ava B $ o fe do] LR nEAE SAse Az ol
o AeEAY FFF Aol A e n¥AE Ao} F7)d $£E/ T2
A AFeld £ RAdUA 5¢ T X FF vdol ARG, IPNs) @
oA ¥ 9 tan 65 /MW oY HRAES B o 2 BIY + A
£ 4794 PU, PMMA, PS, Epoxy9 A8 5 PUE 71223 24 IPNAY 3
% IPNsAE SAEE BPoz AzaT ol5d YA v HNZA
a5 E4e I ARsna a.
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2-1. 484 =

PU9 #2 95 44 -diphenylmethane diisocyanate (MDI)$®} tolylene diisocyanate
; 80 @ 20 mixtwre of 2,4, and 2,6 isomers (TDI-80X)2 BASFAl A Eojx
polytetramethylene glycollPTMG), polypropylen glycol 2000(PPG 2000)= M&TA}
AFeolth A AFA, JtuAl 2 AAA FE AHREFHen PTMG, PPG 2000,
1,4-butanediol (BD), 2 trimethylolpropane (TMP)E 0.1 mmHg A F3 A 80C=
SAIZE AZAA AHEEH e styrene B H A9 divinyl benzene(DVB)2 5% KOH
FEAe A} FAe T 0.1mmHg, 40T JFFANAN Az FAEGE A AHE3IAH. PU
prepolymer® 7tiAl 2 & AAAZA TMPS BDE AHE393 DVBE PSS9 7t
WA Z AHEE T

2-2. 434y
2-2-1. PU prepolymer A=

PU prepolymer A|Z¥ MDI®} TDIE 7]%Z % prepolymer2 H A MDI prepolymer®
Azs7] A8 22 vha =Tl Fad sz x4, ww] 2 #F 94
F2Aste] 23%e] MDIE 60ColA Aartas 7] st HH3] awtsidA 1
%] PPG 2000& A A3 A7lsted NCO71e) §sko] ol&#<l 2o} =3 w7}
ok oAt A% WA 7o (di-n-butylamine AW o2 ZA), AZH prepolymers
T 4719 AL 2B IPNs Az 9 A&}
TDI PU prepolymer(NCO/OH = 2)= 60C AAi7t2 E¢7]|dd A #EJT 14
vhg o TMP 280gell TDI 348gE A A13] wwtatdA] Aristglen o84 NCO7I
g =dg d7hA] gt

X ofl
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PMMA prepolymere A4 72 E#o] e 8HE 2o wwtr], 249 87
S E BZen A9 MMA 933 1183g3% 1.2g9) benzoyl peroxide (BPO)E
o] BPOZL 5& wWi7bA A3 iyt ¥ F 80T oA 1*]7}7} FEA7IE A
HEe8 e F2A7 48 o] FLAAE 3] WHGAA ¥EE FXAL & MDI
PU prepolymer®}t &7 IPNs A Zd] AM&-3th

PS prepolymers A4 ZiAFo] R Ad whE Fo] 224 #FF Mg =Nk

g AR 9933g-4 AAE styrene TEFA 061g) DVBe} 1g9] BPOE & g3}
°‘1 BPO7l &A% B& d7tx] MAJs] Zitdk & 80T oA whgA|A <F 25%9 A3
&9 M=t < 500-700 cpdll EEHY ¥EE FAATIR YT ol Axd
PS prepolymer Al ¥ & IPNsA| Zd] A&t}

Polyepoxide(PE) prepolymer = 4204 YD-128 37.4g%] DA 57.8g%
5] WwHgE 3 2 46~tris dimethyl amino methyl phenol(DMP-30)& 05% 7
5 A& F F9IAA IPNs Axo] AM&F)
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2-2-2. 24 ¥4 IPNs 24 A 9 Az

PU-PSA IPN& PU prepolymerd] TMPS} BDE 2 348] 111 EFEL 7tuA 2
Hq ARAZ AALEH e, PS prepolymeroi+ DVBE 7lRAlzZ AME3 AT PU
prepolymer, BD/TMP &3 %, PS prepolymer, DVB, BPO (PS¢ 1%)¢ H&vi&
et 58 AEs uukd ¥ AFAA 302 T @riAAY. 21 F fedd
P‘-B‘aé}@) AFANA 7188 A 60CoA 18A17E 80T AlA 12413 2 110T A 34]
gatddh. PU & PS9 IPNse= o¢ %a% PUZ Zt7} zAste9 fefa

& Az, Agstad (U-SHA). £ PUY Z$= PPGE 19% A7tshd
93, =% TDIE ol&3% PU prepolymer 25g9 PTMGE 2 HUE H7sio
z7A AgANAY. @438 PSE PS prepolymer A H-g& 1dlE A& F
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PU- PMMA74] IPNs2 PU prepolymer 9 TMP$} BDE 234 111 ¢ &S A3
¢ oHeR EFT F o 5E 43 Zwstn JFoA 02T BUF F aHA
o FEes TARHA AAHE F KW AbojellA 80TAHA AT AIAAT
(U-MA).
PU-PEAl IPNs2 PU prepolymer ol TMP$ BDE 234 111 E¥E34 PE
prepolymer AN §-& A 3d nj&2Z T} F o 587 FA3] wwtEa
220 8714 2 3 fEdd FAANA AF sA g7 WA 80T M 124
2 AEANAT (U-EAD.
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2-2-3. 38 ¥4 IPNs 24349 A=

PU-PS-PE IPNs<& PU , PS, PE prepolymerE 712 ZAu &2 E¥F 24
dg 58 483 uwtdi AFoA 30z ¢ @MUY 2 F FeEdd FA
Al7IaL AFAdA g7lstHA 80T oA 12417 A3 AR (U-S-EA). 22 ¥yo
2 PU, PMMA, PE 34 &4 IPNs& AZ3HH(U-M-EA). ¥H22 PU, PMMA,
PS 344 IPNsg Az3IFod, (U-M-SA) HBdA sz IPNsE 70%
AEESE o]FAE AA ] Hal MHsE Az F ZF Ag7] 76 2= APEHS
A&Rste £Ae4d.

3. 43 ¢ 33

3-1. FT-IR ¥4 43

Polyurethane® 7]% 23 [PNs2 Ed4 48 7IX3 93, AUXE T8 5
Qe BAAEA 24884 2 3457 IPNs9 FT-IRE o|43 Ay AdEldS
BN A3%E fig. 1~49 JetdAh Fig. 1~2& 2454 IPNs¢ IR &2FEHo]

3 fig. 3~4% 34EA IPNs9] IR 29 et} PUE NCOZ|d tg Fi4g 2
b oF 3030 om RZAA EEe 9E /A BEF C-H A% A% vEhy
1500 om 'ak 1610 om 'R F4wE $FF C-H 49 99 md AF4
1903 Zojrt, 2260 om ') ¥ WA7F e ReZ Hol -NCOZIZF ddhe
€ 45tk AHE PUE -NCOYI7F 328 A2 47dA AA FEdE ¢
1730-1750 em 19l W& G HolM YeldE carbonyl”] 9 BHE RS &

Ycteser = 1746 om ™Y, Y copuretiane = 1734 om ™}, 745 cm ™' 2 815 om ')
ot W= p-Ag A9 A arylzleld fig. 1€ PU-PS 4l IPNse 2 25% PU7L
g9 U-SAlolm, fig. 25 PU-PMMAA IPNse 2 25% PUZF &8 U-MA
IPNs®) IR 2HEdojtt Fig. 12 A& A#H x4 ©& ¥gz XM 9 -NCO7]
] 270 om MY FREE 2%7 110CAA 714 Ze I3rt vdEga 60T
AN & gyt vebdeh iy 10T A 322 Z3t 2ot 80CAlA 12413 B8
Al F Has 2 Holg wolx ¥t AIIF A o|FAX: A B
dojupl e -NCO7|9 ¥ EE Hojxol g L& we Ws A 110T A
3N zZEe) ABIE b Fou 1730~1750 om ! 9§l M YEhtE carbonyl?) 7t 8
0TolA # vl R 10T E A Zol & £71 glo) 4% & 4 A3
A7+ 80T A A 12A)17ke] HZaith. Fig. 2% PU-PMMAHZA 2800~3500 cm !

~N
O

s

2
rr

- 41 -



FA M A2E H2E 2004

ol & PUS 1000~1500 cm ! diel g PMMAZF 43 6|&2 Jelgo
PU & #Fo] F/18rE dadde F3x7t 24 Yetsts PMMA ¢ #39]
F7HgrE Aagdde §3x g3t 324 Jed s ¢F ddd dAvEQ] da2
ME PUZ} 26~50% EFA 1E X E 2MF JOouR 34EA Antd HA
ol &3t

Fig. 32 PU prepolymer 105} PE prepolymer 1#9] PS prepolymerE 1, 2, 3,
4, 559 njgz FIUHNF)EAN el IR AFEZo] R fig. 4= PU prepolymer 10
Ho PS¢} PE prepolymergE Z& vl&2 F7HA719A velbd 21g o),

Fig. 4914 = PU 1059 PS¢t PEZF &34 F718tdA Al2€ IPNY IR ~2¥E
Yo epoxy¥Fol F/HE £ 2300 om F2AAM FFust FEE ¢+ A
t}. Epoxye] &#Fo] Fr1gd wa B3AY 7tust oz 339 HHel F713skd
BAR REAF A dopdakan™ B $ loH ol fig. 8AME BAY £ Ut

60°C 16hr

8rC 120

sSA3NETIBRG>

T T 1 1 T
3000 2000 2000 1800 41000
Havenusbera t

Fig. 1. FT-IR spectra of U-S series(25% PU contents) IPNs at various temperature.
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Fig. 2. FT-IR spectra of U-M series(50% PU contents) IPNs at various temperature.
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Fig. 3. FT-IR spectra of PU-PE-PS IPNs at constant PU / PE contents.
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Absorbance

4000 3500 3000 2500 2000 1500 1000 500
Wavenumbers 1

Fig. 4. FT-IR spectra of PU-PE-PS IPNs at constant PU contents.

3-2. Morphology
PUE @& EZEY osmium tetroxide® ©] # F43te] FAdd, o|FA 24
® IPNso A ¥8AE gt 122 A8 ARE dAg & IA AiddM F
AAA 1 HddHE SEME ol &3td A oH 1 AAE fig. 579 UERER
o}t IPNs® E5747% Z &3 wel PU 4 28ld RS BYFa Jon 4
‘49l domain A7]= 05mAEolil, 24%E PU-PS60 : 40), TPT3(PU : PMMA =
40 : 60), MPT5 (PU : PMMA = 80 2200 2 T3(PU : PE = 60 : 40)ANA vehd
vk} o] Akl EAY Fol 7 A By g & Adoly Feo] AE AT T
o] Yeh} glom® o)gjg £ PU domain (MPTS) F¢lof vet glon f23
o8 My et Hojun ok o] AS A3 AF A n&AEL 28 £
22 bz o] Folxa o2 Qs ZeAFHa ste
ga Az, a#8A gdaded did nAst 32k 25 42 FH By AR
I AA7E dojut JeEldE d4ez dMd 4 . ol RAe 3
o Hd 389 wFo] dojdnii FE5T ¢+ Jon AT
FEoR At WEH YA Z A
Hz 0% PU oo e= PUZM A4 oz eyt on) PU7} 90% olstAlNE E
A4 doE vehte g B £ Jdth 131 3

ColAL 4% AFE A stx 2
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< PU-PMMAAAA 2 H9 gl&oz A& ded 42 90% PUMA ¥Hg 2
HA g PU-PSAIA A 0}3:- FHAA HAe &=t 80% PUAA PMMAGS B

O 9 d&HeR Ha PUAL FEFCE i3 dZol Ho JddztE HAHR
ok HAE PU A2 20% PUOIV*I —:—‘831 1%5101 »l“ AXH E"]E}
Fig. 5. Electromicroscopic photograms of PU-PS IPNs. (a. PU60/PS40, b. PU40/PS60)
At on ALy 2N PU FHFRT ole} PMMA #%F°] 85%E =7
s e H oz & HAAYE Ao Hest Ay pUEFo| 85%01““1‘4 15%
g 239 IPN9 e 94 4o d&A4E AU £ AR 4% ¥
ZE BZA o) 84 o] HEe R %2}4}59} AU SRS AY 7
Ad HESHE FHTRE JHstEY AF HoE 51% BEE F28 ¢ Ut A
gy ¥EEEs 4 BHEZEAEY 2rhd 4¥E vXn U3z ogd AL
S IPN'sol= BaHn glon ojejd A= Touhsaentzm-"—] ARgE Z dA

U
G
-

3
U BAE 4E FdAEE AL oEe &4 f4A} IPNsd
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domain’}el Z7\sh A4 BA= Ale A7E vk 2-8m FEolH o] AL th
23 @ vt 2t} domain 271 43 2tk

Fig. 6. Electromicroscopic photograms of PU-PMMA IPNs.
(a. PUSO/PMMAZ0, b. PU40/PMMAG0)
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i ook A

Fig. 7. Electromicroscopic photograms of PU-PMMA IPNs and PU-PE IPNs.
(a. PUO/PMMA 20, b. PU100/PE60)

3-3. 43434 2 B4

Table 19 IPNso} fre] o] €& (Tg) L €8 €% (Tm)E YEUdth Table la
of vebd uiel Zo] PU-PES] ¢ epoxyd o] F7H8+E Tmol F718e ¢ 4
A3, && BHY FA4A PU-PSY S PSY 3o ZF/18+E Tgst TmE 2]
F7Het A€ 54 Table 1bdlA 9] PU-PMMAAIGIA = PMMA# o] ZF71std
m< 243 Aoz Jelgt, o8 d o|f= PUY Tmdl 4|8 epoxytt PSS Tm
°] £3 PMMAS Tm2 22 #Algty AZdh 7tag AEE9 Ted d$d F 7
9 Tg7t BFAAY. 2y o] TgEL L& 22 o|FHA) <3 Tg9 olF
< 9 E AR F3 & Uie oplW 7R A FEPF 71QF Aoz oA
o o8 @ AL 4z FAAAN F A9 FEE TgE 2oF ve Ags9g? 4
o 2 dAn k. & oA domainel F A2 JeEls IPN9 Ze A B

-
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AE Tgrteldl shurt e, ¥ 2 220 H9le] nEAMAAY IPNS Tg:s F A
o 2EZo2 o5& AL BAFR Ytk o

oW IPNAIIN RPAT feld 489 7tazt olfolA ew # slue) 45 Y
R Atge 43R Aoy fAMY UEATS) AoE Uehd Ao o) ¥
Aol IPNe) 249 #gE f249 B4 98 Zsd Aoy E2ex ol
Z7bska AR Qd 7|82 HFe] FAE Ad) y|A#T o] B A 4
A28 24e domainZ7) AEIFL A8 = B EBASZR 2T g3 B
#A€th IPNse) fejdo] ASL 159 Festd &g 471x A5/ d2H:
g AA, 2 stust Ay F A Terh FEHT B, 7L AU WRE o)5d
TgE® AR, 2 7429 TgE Atole) Fzbe] vehbe shvhel £ ye Tg” ael3 v
Auro g 7t 7twe) Tggol tid el Falo] vehd Tgolth fede] &5 Wi
olBolu YA A3YFY REA Agoz Yguy 22T ol WL
A odAE (FEIFV Qe stastd nEA A SI=) 7 IPN's9) 8
Aol ¢& AFdME ZA2PA vlaF ool Fu}.

IPNs¢) Restd o)y A= slusig ¥ 2 FAz 8 Arle e
o dEzude PuHe FLE aBAAAN o v slasty PATEE M #4
IPNsolt} 44 BAEolth g AoleEASY uuE fgdo] o)Fe] studxe 2
olo] & ool A vk A 42L $2es] A8 Rheovibrong ©)&
st} -150T A A +100C7HA] & MYdAA Z4F IPN'sE FAH dxe= o5 fig. §
9 103 7't} Rheovibronol ¢33k W3alE zn&as] B9 fig. 8 PU 4074 PS 60 &%
& IPNS Jeldidch fig. 891 vrehd uls} o] -287TC, -1308T oM 242z 2709 &
grolenst BRIAYY. ol EAWEE 250 BE &2 andE ded Ao fig,
99} fig. 1001} Fig. 9% 24 %74 IPNsZ PU 83 PMMA 20 (TPT1), PU 603}
PMMA 40 (TPT2)0] 3, fig. 10& PUS PEY 2484 IPNsZ A4 T-1, T-2, T-39]
=3

Table 1. Comparison of Tm and Tg for IPN elastomers

series ru EP Tm(T)
T 100 20 3%
T-2 100 40 8
_
|
T-3 100 60 z 348
|
i
T-4 100 80 j 351

(a) Melting temperature of T series IPNs



LSS N2 ¥ IPN &AM A3

series PU PMMA Tg(T) - Tm(C)
TPTI1 80 20 85(-80) 262
TPT2 60 40 -31.1 -
TPT3 40 60 - -
TPT4 % ™ 26 2338
TPTS 20 80 - 225

(b) Comparison of Tm and Tg for TPT series IPNs

1.00€+11 -
[

P, o B
[

\ |——tand
1.006+10 } \\ ¥

[E] 1.00E4+08 } 01 tané

1.00E+08 0.01

1.00E+07

< 0.001

Fig. 8. Rheovibron spectrograph of PU40 / PS60 IPNs.
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(>4

(Y] o TPL-1

s

04

03

02

]
-160 -100 -850 [ S0 100 150
Tems (T7)

Fig. 9. Temperature dependence of tand for TPT1 IPNs.

m———T1-001

03

026
02

tané

01§

0.08

=200 =150 -100 -50 S0 100 150

]
Tomp ('(‘,.)

Fig. 10. Temperature dependence of tan6 fbr T series IPNs.

Fig. 11¢ 259 W& &4 modulus E"2 2 fig. 9~102} Hlidte] tandst E"<
0327t YA B Joenz FHsPen FNPE AYE & F Un = &
A4 AE Bady] 98 DSCE o835 IPNsH 15 A% H3AE BT
eolarel DSCe FEMGME 1719 Tegr #984 EH o Rheovibron AAME
AA 2709 TgE BAsATh 2 oJfE AEEE $FoRFE A5y A5t 4o
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W F AR A EEE durt 4] AEAQ] /2 Aol 222 Jehd Aol

GAA Y A2 98y SFANURAE F5dts &449 45 Rheovibron AT
o g3 3 AEY A= Jeldd. gAAdAN He 999 fe Ho) ddge
FAAESY £33 FAHTS Ve goeng 48 FFd 24 & 9= A59Y
4 dolt. IPNs®] Rheovibron ~2¥EH S vasd o4 tandst E'd A7t 6A £ %
Heol glerng Fegtyoz FUHAE HAUdERE RS B F Uk Te: FAY
epoxy AEY EA4R A& L 2% Zo2 o|FHUY. oy Ao wEoA
IPNs2 & 34389 714 W& a8a /13 & €4 93 g 713 Aoy og
< 26T HZA ¥4 AJh o)A ofF FL 4 E GHAAIE A NEAHY E
A F hFed AERZ 8 728 /b HE Mo nEAY 2L F AJ A¥Y
RAolth, & W= AL oyt dAHd 7|x2 & Aot 4 JFAEM amin
£ 710 #EL diol2 A& PU A Wil R /e gdad R Fgo=H YL 9
oo &4 vAY Iy FAT L 2E EOE MAS o|Fdt)

Tand A7} 4L oz o]Fde AL A3IAF I A% & E4£3F
(semi-miscible morphology)°lth. o|w tand ¢ H 1 A7} ZAee, A Q9
A THL A4 ojfd IPNse BE% dux F558L A 45 Ad
A A® tandrt We =Esle dd =A UehdE Re 28 F5o v
Z 8% factorel™ Tgx Zeo] 93Fg n A

Ho Koy £

6.00E408

500608 §

4006408

2.006+09

8.0DE«00
-150 -10c - B0 ) ] 0 16
Tewp (T}

Fig. 11. Temperature dependence of E" for TPT1 and TPTZ IPNs.
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4.3 &

£ d7dAE PU, PMMA, PS, Epoxy®] AE % PUS 7|22% 24 % IPNsAH
st 34% IPNsAE BAZE o2 Az o5 YARAY 3934 443
d BAL HE AER FE gen 2o

IPNsS] E44 2E AdA 4 227 dolxton 2424 IPN9) A$ PU &3
o] 90% olgdlA A4l el IPNse ¥& 2% T/l & & 02 9
FHE AL £ Aol X9 hRolFol} A3 AT LEH HAoy FYAY
Bage) o8 A Aazbel Aot Ie domain2’)9) AE IFE AW 2 @
4 BRAZA IPNS 983 Zsig ddeln Ed 3o Frlsln AzF2
Qs Arel HEo] Z/H¢ Aoz A AY. 283 tandt} E"S A7t WA £
zyo] Qomz YHYHYoz 7} Axe AU FAY + ANtk

¥ d7E 190884 E FAUSGE SAVFAGY GEAdTH AUAL gate] AT

g31eng o4 =gy
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