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The mixed matrix membranes were developed from the composite of hydrophobic-hydrophilic NR-
blend-PAA with zeolite 4A. The separation performance of the membranes was investigated by performing
the pervaporation dehydration of water-ethanol mixtures. The results showed the dramatically greater flux of
water than the ethanol flux indicating a highly water-selective of the developed membranes. The flux and
separation factor were significantly improved upon incorporating of zeolite 4A. Increasing of water content in
the water-ethanol feed mixtures resulted in both water and ethanol fluxes to increase leading to a decrease in
water separation factor. Similarly the flux-separation factor trade-off was observed as elevating feed
temperature. The water permeance, however, declined as increased either feed water concentration or feed
temperature suggesting that the driving force, the partial pressure difference, affects pronouncedly on the
water flux enhancement. On the other hand, the driving force seems to be less influential on the ethanol
permeance.

o

FFIALY: DN95TINTR; WadazaSanuada; Glalad 4A; LHalRoNAIWUTENNEN; NIZUIUMTNDTUINDLITY

Keywords: Natural Rubber; Poly(acrylic acid); Zeolite 4A; Mixed Matrix Membrane; Pervaporation
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1. Fuarefibadandin NRIPAA wazioidonruursnuas NRIPAA-Zeolite
JiangAlassaemaafisnaimadia Fourier Transform Infrared Spectrophotometer (FT-IR)
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AANeRNTALTING
'3Lﬂiﬂzﬁé’ﬂwmzﬁuﬁaLLa:é‘fmg'm’iwmimnﬁaaﬁ;amiﬁamﬂmau
maaumsmwé’hLmuau@;amauﬁmﬁaﬂmu wazanazvesinlwdedansim

NAFAUMIQATUVBILIBIRENHY

© N o g b~ DN

‘Vmaauﬁa:ﬁw%mwmmmnﬁnaaﬂmnmiazmmamuaasluﬁ,ﬂﬂUm:mumﬂwaﬁnwam‘ﬁ'u

NaN13398
RATONA UL DL RANHIWNLE NN LA AIINWO RN S NNV IDNITITNTIANUNORALASANLATA WAL
WGndlalad 4A inmaanwnInadazasanuadasiulasanlnanas SINIITONVINEINIIDERIULAINNE
e A Y ' N Yoo L oa

284 FT-IR  M3aa8allTianusousadibolfieniuiiadu 4 suaanae 1) dlubaiiantiiwfianisssineg

' A o A ' ' a & o A '
1u°ﬁaoqmwgu 30 -180 °C 2) MILANBBNVBINTLTONYINITERIIF 8 lsnaR NS AUa T BNV L UT9
gaungiitlazanns 180 - 200 °C 3) miamﬁﬁwaamaﬁiium?ﬂwﬁ'saqmvmuﬁﬂifzmm 200 — 380 °C 4) ny
uwanvasmolsluanazes PAA lugisgmnpiiszanm 380 - 500 °C laidndlalarilubaifondin NRIPAA
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4. 35naaa9

4.1 N3FILAIIHLEDLA N NRIPAA wazidiatdaniiwtan3nuas NR/PAA-Zeolite

1. azauwaRezaidnuada (PAA) (hmunluiana 1,250,000 g/mol) Msuanluiiinulaasanlsd (NH,0H)

LINTW 30% wWiw 1589 PAA Lﬂuﬂma'au?iammiazmﬂ@‘fﬁiummzmﬁﬂuma

2. uaudlolad luanIazany PAA ¥nsninlaginIadniumdinanasaiian

3. NENEIAALTIAIAD Triton X-100 AUHILN95IINNG (NR) 1NaiadnunsauaI2844181953506 La2LA

Tuvasnanuas PAA nudlalad

a ad d a P a 0 ' v 1aaa
4. \@uefidulnanan (Ethylene glycol, EG) Taillumunsanvinsluvasnauiigunnil 70 € Usanlijizen

dufnlihilwng 24 7lus anzmsFaTeiaadalfanAWLLLA JURAIAIANTIN 4.1 LAz 4.2

A15191 4.1 gn Al lunsFsaAEaRan[nw NR/PAA

SaTEIm NR* PAA EG Triton X-100  NH,OH W
Membrane
NR/PAA (9) (@) (@) (@) (mL) (mL)
NR/PAA5 95/5 6.0 0.32 0.14 0.1 2 100
NR/PAA10 90/10 6.0 0.67 0.50 0.1 2 100
NR/PAA20 80/20 6.0 1.50 0.65 0.1 2 100
NR/PAA30 70/30 6.0 2.57 1.11 0.1 2 100
A3197 4.2 an Al umssae s aldonsim NRIPAA-Zeolite
NR* PAA Zeolite EG Triton X-100 NH,OH ﬁ"l
Membrane
(9) (9 (9) (¢)] (9) (mL) (mL)
NR/PAA10-Z5 6.0 0.32 0.33 0.14 0.1 2 100
NR/PAA10-Z10 6.0 0.67 0.74 0.50 0.1 2 100
NR/PAA10-Z20 6.0 1.50 1.88 0.65 0.1 2 100
NR/PAA10-Z30 6.0 2.57 3.67 1.1 0.1 2 100

o o
* 1 furhmiinuese1911¥ 9 (Dry Rubber)




4.2 Tav9a319n191AdA28INATLA Fourier Transform Infrared Spectrophotometer (FT-IR)
ﬂ’]iaLﬂiﬂz‘]ﬁr%’]Lﬂﬂﬁﬂiﬂﬂi‘ﬂE]dﬂﬂil.ﬁ@]ﬂ’]ﬂ%é]ll‘ﬂ’ﬂdﬁ’)ﬂLﬂﬂﬁﬂauWi’]Li(ﬂ I@UL@%UN@T’JB&]’NL‘TJ%

wiuidy i lgSensimmaiemadanansseswedosasanueda lasiaies Fourer Transform

Infrared Spectrophotometer (FT-IR) ;'u spectrum one E?Nﬁmﬁa PerkinElmer ’3'@1“7imﬂa,lm’m§wﬁ’m 450-4000

-1
cm

4.3 aulABsANNTawVaILEatRanHIBAI8INARA Thermal Gravity Analysis (TGA)
° o A ' :’ a L a a a o o a [ v v . .
iifaiianduimnnlaiifin 10 §a8n30 imTenzAiBsnnuauds Thermal Gravity Analysis
(TGA) iu Pyris diamond TG/DTG HwA® Perkin Elmer luga9aa1uian 30 — 600 °C muldusssiniea

Tulasiaudgaannishianusan 10 °C/min

4.4 aniaLBInazadtbaldankI®
- | | [ Aa o & @ 1Y ' = .
@mwaLaanmulﬂmmmwmﬂwmuﬂugﬂmwLmLmeaaummmwume (Tensile strength)
LRTAINNINTIIN ASTM D412-C lasLA309 Universal testing Machine LLOYD instrument UK ju LR 50 K 71
ANL52 20 mm/min 1ARALTAR WA kN

%) ‘g I’ [ 1 . .
4.5 anﬂmzﬁuﬁaﬁmnﬁmgammuaLanmammuammm Scanning Electron Microscopy (SEM)
ANWIAN BT NBNRIAIBAIILAZE WV D aLRBNHIY EIRSUAIRTI9N lainaa g1 9NHIWAIT
v U 1 v K = L= 1 ) a 6 > g: o = U
a'uLLmLmeguluvluImmummLLammﬂmama i ldfamndaisuenunadu annwwin ldnRaualunad

AawinlU3anz9 lae Scanning Electron Microscopy (SEM) LEO 1450 VP

4.6 M INLIAILNABIANTIAKDLANATERULLFBINI% Transmission Electron Microscopy (TEM)
vheagsiasonlddailuguan 9UUIA 1x1 mm ¥N3TaUT (staining) @28 Osmium  tetraoxide
Juan 2 52lus aniudessndrasiinau indragsiidasiontluesdlan  eunuiitindroezglan 9
ANMULTNT UG 9 G391 20 40 60 80 uaz 100 vol% 398z 20 Wdl ihdragelUnannusdu Lﬁaiﬁgﬂiwua:
asdsznaumuluasgy Tasmsunufiozdlandronaaaniisandinvesardlandonsnadnasit 2.1 1:1 uaz
1:2 a5z 12 $2lug AnsuimsunIndude spur's u’%qﬂ'ﬁg 3 0339 8¢ 12 Talug ¥mdedaednaasumn flat
mound Lm:auﬁqm%gﬁ 70 °C 1w 8 T2l uazvinmssadagsliiiawna 1200-1500 nm - §anLaSas
ultramicrotome  annsudadagnsdsludamssliauwa 60-90 nm uialfgutaudintnenniun Grd Fuld

uA9siin 10 Grid daend lUEnwNee Transmission Electron Microscopy (TEM) fiWaJOEL IWJEM 1230

4.7 n’nsu’mé”auuuauqawaoLﬁatﬁanw"m (Equilibrium swelling)

Wifaldansiuiauuisud ivinnsassiawin (W,) niwindegnelusluin ve anuea vie
POINFUHI-LaN DD T amnnlvies iuian 48 T2 lus Lﬁal‘vﬁﬁaLﬁaﬂmummingﬂsﬁummzmmuéuéﬁ
09U TURIBNIZAN BNT8 9 L‘ﬁmmmsazmuﬁag’u’%nmﬁmﬁ'}aaﬂ mstsinntnaagn

I (W,) A13aeazmIniud (%swelling degree) NI9aauqa fwrmwldann

%Swelling degreezwww;wdxloo (1)
d



4.8 ANITUVDIM (bound water Laz free water) “lwﬁmﬁanw’m

difadeniuiuisuugindunm 48 $lus aninsuihianlvusdenszanensas dadiadng
Ui 5 - 10 SadnTuldluazgfiifivuuny vnsladunuliisouias NARAUAILLA38Y Defferential
scanning calorimeter (DSC) I@Uﬁ’mwﬂﬁmww%’auﬁqm%nﬁﬁé\‘lu@i 30 °C #4930 °C figarmilienuton
Wiy 5 °C imin meldussenmelulasion Usunm  free water (Wio.) lwaidansiium ldanitudilansm

984 transition temperature thermogram %#136128 melting enthalpy 20911171 0 °C TaReriniy 334 KJ/g [1]

AH free

Wfree =
Qmelting

()

fuLSuno Bound water (Wigng) #116370

W =W Wfree @)

bound total

\Wa AH,., Ao Audldnmnaasmadfsuudasanuseuainiaias DSC
A 1 v :l a Ag { a
Qneting A8 1NN UMHIVEINIRABURAIVRIINLTNTAIgUnDE 0 °C
Wi f8 thwtinvasinnimualumdiagam ldanniminzaubaifendiuiigaduinaudisiimnin

@ A A .
LAIDBILEBLRANNIL

4.9 N3QATY (sorption) VadiBalRaNHI®

wibaianduuis snuslumsazasnauianuaa-inanudududii g Ngunnives uaa 48
{ A "

T AMNUBANMITUAIE196I8NTZANBNTDY LaNLDBLEaNHIUA b IAURIIALEaLRaN mug@%’u

I@ﬂl‘*ﬁgﬂﬂiﬂiﬁamwﬁ 4.1

Vacuum pump
Sample tube

Cool trap

Hot plate

Liquid nitrogen
4 4 a o
NINN 4.1 1A3INNATIUNIIQATL

AimslianuTaunuLbatfentin ﬁqnm{]ﬁ 70 °C Lﬁalﬁawsa:aﬁswawﬁaEisl,w,ﬁaLﬁaﬂmmzmgaamﬂunm
2 Tlw levasmiazmowauvasinnuianiueaszgnan bilu cool trap Tindaidudanlulasiaungg anuu
INEINENN b9 LUAINNTIATIZRAN NN NI UG 8RB refractive index s Waters 1 2414 LATAWITAAN

AilazEnTniwnsgadiu (Sorption selectivity, &, ) INENNIGIsD 1N



a, = CHZO ICeion @)
XHZO/XEtOH

a & ' a S A A o A A
LJa )(l 13} Ci LﬂuLﬂHﬁ’JuIﬂEJUi&I’]@i maﬁuﬂ%iaLﬂ‘ﬂ']uﬂalumaﬁLﬁa?NauLLaz"Ua{lL%a'JﬂQﬂﬂ@]sﬁ‘UluLﬂaLﬂaﬂ

NUAUEIAU

4.10 managavyszAnsnmwvasiaidendulagnszuinnsinesuanaLsiu
4.10.1 STULIWBSUINDLITH

sruuwasuanatuilflunsfne ugasdsnnd 42 sTuumwesuInelITUIlsznaudanEns
AILANGUNA %wz’tﬁmuquqmwnﬁmaamia:mﬂwamfw-mmuaa msazmﬂwaui’:ﬁlzaglumaﬂﬁuﬂau 2 A0
ﬁ]’mﬁ?umiazmUwauﬁlzgﬂﬂamﬁﬂﬁmaﬁnwmifﬂmp (pervaporation module) ﬁwﬁuvlﬁmu (circulating
pump) Faduilurfia Peristaltic 3% SMP-23-1 8o EYELA sswadian (permeate) azrudaiandin
sanunlugduesle esnndumaiieninsiliiduwnnzgygine I@ﬂiﬁﬁuqrgapmﬂ (vacuum  pump)
7@ oil rotary vacuum pump H%o EDWARDS i pressure gate l#3manusudnuiwaiiian mmé’uayj’ﬁ
Uszanm 1 kPa iNMIAIULUL (condense) laTadansinalianedianTusAnans (cool traps) lasnawznn
mif':m:ag;uagﬂum‘*ﬁunﬁumwmﬁu (dewar flask) %anw’l,umiqvl,uimmumm gauasfi lirubaidondn
(retentate)  azIunAUINTIIIATHNaNENATs LiasanUSinasrassnazansdandUunmunnninSunasues
Wwalianun é’ufummmmémulﬁmmLﬂTuiJ’wuaamm:mUﬂaumﬁ@ma@mimaaq Aouflasrinissu
ﬂszmuﬂ’mwaﬁnwan%’unnﬂ% srdastloumsarasnsuinnuianuaaniwdadanduliunm 2 5alu
ielwiiladaniududdisaniazansnaunon I@ﬂslfﬁﬁuvl,ﬁmuﬁaumiazmﬂwauﬁﬁuLﬁlaLﬁaﬂwququqa

A a o % o & A &
L&IaLS%J‘Y]']T]’I?L‘WaiLL'J‘WaLﬁ‘ﬁ%ﬁ]dLﬂ@]ﬂthyfy'}ﬂ']ﬂ

Cool trap
Hot plate Liquid nitrogen
Membrane Vacuum pump

= & )
NNN 4.2 JTUULWDILINDLITH

ImaiﬁwLLazd’mﬂizﬂauluiuqaLLa@dlunwwﬁ 4.3 miﬁgll,ﬁalﬁaﬂmuvlﬂuimla Tag9L8aLRanHIBUWLE

A & ' ' { [ . N2 ' { o <
Lsﬁi']&lﬂ‘ﬁ\‘ia%ﬂ%LLNuaLL@]uLaﬁﬁL‘ﬂ']iE sznavaiy O-ring lavL?iaﬂ%aﬂLLN%aLWl%Lﬂa Lﬁaﬁaﬁﬂ%ﬂqii'}l%“ua:

o '

NN BLTIINNLGN qua%:uﬂuﬂuammu@?’mﬁu %é’dmﬂﬁimﬁaLﬁaﬂmm’%mﬁamﬁﬂu@;aﬁaaaamu%

a o w9 o " A e { A ' A A 3 & 4
@mﬂumvuamm:aﬂg 4 f] mu‘naﬂu@amgmuuumauﬁmaanmua:uﬂﬁmmﬂi:mm 100 cm LLRENWBNVDI

Sl

A ' =9 o a @ 2
LU@L@@ﬂNW%V\l“EGW%?ﬁGWﬂﬂU 12.56 cm



NN 4.3 d’auﬂi:naumﬂlﬂuqaLLa:LﬁaLﬁaﬂmu

4.10.2 Usz@nSanuasn1suandIsacaldnas

wafilannland (J, glem’h) duwanldansumsn 5
J = — (5)

a & ¥ Y A AW o a & A A A ' LIy a 2 IS
Wa W e ihndnvasansiwadiani laannmInaasd (g) 4 Aa Annvaadalfentd uwildnuass (m) uas 1 A0
VAN ML TEUIUATINDSUINLTT (h)
a M oo a 4 v o o o Aw . . Y = a o
anaiieni ldhandiensdmanudutulagiasasfinnia (Refractive index) uidSouifisuny
. . A [y o ' Y A o [ o [ v @
Calibration curve @9ldanmIndaaninsznisiuildnnsasasinnniuaNududusaIaTazaUNFY

#NULENIUER

a1dsz@ndanwnisuan (Separation factor, a,) mldnnaums

a, = Yi,0 / Yeron ®)
X0/ Xeon

~ & . S A a o @
L8 Xi LS Yi 11w volume fractions “IJE]G%’]%iE]Lﬂﬁ?%ﬂﬂl%ﬁﬁiﬂta’lﬂﬁﬂ%LLﬂtLWSNLE}ﬂ AU
1 a 4

ALNANLLD WD (permeance, P/I)

&) i = P A A ' A a L o A A ' a A
L WANUFAINIMTUNTNIBLE AR NN WV AIRIITILNAN AIMURINIIDLLNINTUAIBLLDLRANHNTINII G I(ﬂﬂvl,&l&l

UITULARDUA QN ABTed Awaluaudnlaan



A = ")
X7 P —y;p°

] Y
118 Y A9 activity coefficients YD WAZIDNIUOAMWE AL

v Y
P Ao anuau lodudvaniazemusanudIfny

X uaz y iesdnluavasihuazianuaaluansilanuazinaianaudiay

Milsz@nSawnsusn (Selectivity, B)
g R/
P/l

al A a € by A a €
¥NI} Pi/l A8 LNDULLDWDUDINU LA P/| AR LNDULLDWDVRILENIUDR

(8)

AINIUNT (Diffusivity)

MIBNIVBIULAZLOTIREANIMLEBLADNHIY RINIDUTZNIWNIT LANFNNITAIUE

J.
D = L 9
o ©)

lay ¢ fannuiduduvasiniaiasuaaluansilow niaiu g/m?
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5. HANIINAADY
5.1 nMsANENENBMESINITYaILE LA ankH1w (Characterization)
5.1.1 Tassadsnandadandulagisdunsnsaadalaalnd (FT-IR)

WA 5.1 LRAIFLUAATUNNTQANAUTIFEUNTILTATEY PAA Alafinsdensa19 NRIPAA uaz
NR/PAA-Zeolite PAA SfafidnAnyfiafi 1710 cm” waasfis Stretching 2893 C=0 uazfi 1430 cm” uaeds
Stretching a4WHTz C-O &% NR/PAA fiiimuidauu11d PAA &au EG ffefidndnydadi 1123 em™ uaz 1078
cm” UEAIRIWUEE C-O-C 189N31TaNI1935WINe PAA iU EG [2,3] dausdansuuas NR/PAA-Zeolite S7in

fighuntis 1015 cm”' waasis Si-0 udlelar [4]

(c) —
1T
"-."\ /’ J—/’ v\l'mm (F -./"‘M ‘_\1/1‘ ||I||‘l '|II
1 \
N‘“‘“—”’Wﬁﬁ |I ] I sioio1s
| fqll |||
(b)y v coc, -
— 7 ey
'| || q 1123 |
m?a
{ | } _\,' lllrun'nll =

f
\M_ f Uﬂl.l .lﬁ 'IM/_\\’

C=01710 C-OH 1430

3800 3350 2500 2450 2000 1550 1100 650Cm'!

AN 5.1 FT-IR sidaasiaag (a) PAA (b) NRIPAA uaz (c) NRIPAA-Zeolite 4A

5.1.2 N1IEaN8AILBIANNIanYadLEaldanH® (TG)

MWN 5.2 LaAINIIN TG 28IPAA NINT N9 LHBLRanH11 NR/IPAALRS LHatRana1s NR/PAA
lild a =) 6 = tﬂl = 1 a J g; = :’ tﬂl =} 1 a
Afinadudlalar 10 wt% mssasalvedbaiontuiialu 4 auaaude 1) inluibaiRandwianIssineg
’Lu‘*ﬁaaqmﬁgﬁ 30 -180 °C 2) N154ANBENVBINITLTBNVINITERII e e lswaRNasAUa T BNVl UT 9
goannNUIzume 180 - 200 °C 3) mmmmé”maumaﬁﬁmwa‘lumaqmunﬂﬁﬂs:mm 200 — 380 °C 4) 3

Aa

LL@mmaamUISﬁImaqamau PAA ’Lwﬁu\‘lqmﬂgﬁﬂi:mm 380 — 500 °C [5] ﬁqm%numﬂﬂ'h 600 °C 3z

U

o =« ¢ @ o A & A A ~ & o A a : o
ﬁﬂLﬂ(ﬂLﬁuu’]‘lﬁ%ﬂ"ﬂaﬂﬁ’]s&l\jL‘Iﬁﬂﬂa%l'ﬂ\‘]ul,uad"ﬂ’]ﬂ‘ﬁiﬂv[ﬂﬂﬁa’]ﬂ@?ﬂqmﬂﬁug@ﬂ?’] 600 C

5.1.3 aNUALBINaVaILELRDNH Y

RNUANIINUGBUTINIV I DLAONHIBLEAIAININD 5.3 1HatanTlalariluibaifantnm NRIPAA 22
& < AL oA X A \ A . A A
WARIIAMNTILTI (strength) RanAndulusmeinnunudan1siaaaad (Elongation at break) tiadannd

6 & A Aa A v A= 2R A a = A A €2 o v a
T,a"l,a*'nLﬂumiﬂizﬂaua:gu‘[umamwimmﬁwLﬂuwaﬂmmmmmumga madudlalanasvinlvnaninw
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< = o P wad & 2 P = a & A & A4 o ' =
\undngerildfiandanuiadae Jasanaldranuudasaiadn lwaneinisiaeaniidnd agnalsfiowas
& a A a ° v a | o . a & 1%
wiwhmududlalarludiinannaiaildiiansmunguiu (aggregation) vasaumadlalart dsmaliana
= ' 2 A a a &al ' : =2 A, @ A
uwlanssuazanunudausadanans laoiiadudlalani 40 wt% dnsnudenssds o aamaldiasning

Bndlalarid 20 wt.%

% Weight
&
o

-60
-70
-80 - (@)
90 - (b)
(c)
'100 T T T T T 1
0 100 200 300 400 500 600

Temperature (°C)

ANl 5.2 N9 TG 284 (a) PAA fiiim3idans219 (b) NRIPAA waz (c) NR/PAA-Zeolite 4A

3.5 1
. (d)
7 22 (©)
o
>
N 2 _
2
S (b)
& 15 -
(@
1 |
0.5 +
O T T T T 1
0 2 4 6 8 10

Strain

ANN 5.3 nTINANNLA (stress) AUANLATLA (strain) W84 (a) NR (b) NR/10 wt.% PAA N&Y Zeolite 20
wt.% (c) NR/20 wt.% PAA H&U Zeolite 20 wt.% LLae (d) NR/20 wt.% PAA HNRY Zeolite 40 wt.%



[ ¥ a a @ 1 . .
514 anﬂmzﬁuw’aﬁ‘mné‘mqaﬂﬁﬂﬁamnm‘sammuﬂmn‘s’m Scanning Electron Microscopy (SEM)
AWENY SEM 289t8at8anH11%h NR/PAA10-Z10 ey NR/PAA10-Z30 LaadlhnIwh 5.4 WUINTNIFIRIRYN
LRZANUANAAAING mm‘mé’om@]Lﬁuminuﬂzjuﬁ'umaamgmwﬁa"laﬁIﬂmﬁalﬁaﬂmu NR/PAA10-Z30 a2
Wiansrunguaasdlaladunnnit swdunainandianmsesdlaladlunauasnadiuaiusy NR/PAA fiann
J o v Aa A a a Fo'
IuazrhlftszamTamwniinszaedizasauniadlaladenng

18rm BO00B0@P

AN 5.4 Mweing SEM vasiflaidaniiudnuntin (a) NRIPAA10-Z10 (b) NRIPAAT0-Z30  Uaz@neanang
(c) NR/PAA10-Z10 (d) NR/PAA10-Z30

51.5 ﬁmugﬁuaﬂmﬁ"aEln530&3aﬂﬁﬂﬁﬁtgnﬂ‘sammudadN"m Transmission Electron Microscopy (TEM)
MWty TEM  289idatdaninu NR/PAAT0 sy 1Hatdaniiu NRIPAA10-230  ugaslunwi 5.5
wuiinsuanna (Phase separate) Tatanasuas PAA Sofidsan lunsvasenssssumanimdn swiuns
wnmMsgndaudis 0sO, T,ﬂyﬂ'm,ﬁ@ﬂﬁﬁ%ﬂ'nmdwﬁuﬁz@;mad BN9TIINTNG (C=C) fiu OsO, tiadadrn
moduasdianasauly TEM aziifdy LﬁaamnﬁLﬁﬂmau"l,&ia'm'lsnmqmuvlﬁ PAA Huwadiuas hydrophilic
Zalaiigin (miscible) AUEN9TFINTIRFITH hydrophobic 39ufiuilunsugninafisaian dwmiubeidantin
NR/PAA10 WU 1alaLu s a981953 30T @ LAz PAA ﬁmm@’l,myniﬂmﬁal,ﬁanmu NR/PAA10-Z30
dlasnnminsudloladluifiaidantiiu NRIPAA10-230 ¥l EasdinssnineessTsumnany  PAA aaad
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ANl 5.5 Mweng TEM 289 (a) tHotdoniiu NRIPAA10 ua (b) tHatdonku NRIPAA10-230

5.2 msmuéf’auuuauqawaoL?iatﬁami'm (Equilibrium swelling)

MIUINTITeLfiatdankn NRIPAA 158038 an 80898 ULaN1%aauaAISINIWA 5.6 WU
FRuduaumMaiuuwassunm PAA lwieidentn Lﬁaamﬂﬂ%mmmamg -COOH fimunIniiaduas
AU 6T AinTn wanantwnIuINdvesdeidendw vt uanulsunsvesilusosnanin-tonues
Tagmsunudfeduiasfivsunasinlusesnaudinin 30 vol.% antiwdieUsunasinluvesuansin-tenuaad
Y3unmgandi 30 vol.% msundmasiadeniuinsiininainsnneudsinmues PAA lwdadantiin
Lﬁaamﬂﬁ'ﬂ%mmamuaagd w3 —~COOH Twdadaniuldldinsuanen (lonized) Lﬁﬂmiﬁogmzijmﬂ
15 PAA ﬁﬂﬁm{wLLa:LamuaaLLW‘imuL‘iTﬂ;jLﬁmﬁamhuvl,@maﬂ TunsnaumumiieUsunasinfiuanniu -COoH
Qmﬂ&;ﬂmﬂu —COO 1Ndw AN INENANTzRI9as s PAA 1R m{mauamuaaLLwéc\huL'*ﬁﬂgfLﬁaLﬁaﬂ

Hwled [6]

45 +
40 -
35

20

10 -

Degree of swelling

o
|

—HE— \ \ \
0 20 40 60 80 100

Water content (%)

Al 5.6 nMavansalusssrmonguvasiiuenkes sasdalianiin NRIPAA0 (%) NR/PAA20 (M)
uaz NR/PAA30 (A)
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ANTUNAVBILEBLRANHIWLUNINHEN TRV IRINULANI LD ALFAIAIATNN 5.7 WUINNNTUIN
%] ﬂl = ' a dl = Q- ﬁl = ] dl ' = 6 ﬂl QI a =) ﬂl =)
@rvadtdatfancnlaanadlauunuitatdoniiwn naudlalad watNuUSunoasdlaladluiiiadan
' A o o o a A PN a A & o va a A oA
NWEIN IR AITUINA28a898N titasa NN YT a3 e ladvinlwFaa ntSuimves PAA  lulfiatian
' N ' 2 =< oA A o & o A
Huaaas migakudigiaifaniiuiinand mLLusﬁIavLa@umwmmmiumsg@mummggwgu Flaladln
A A ' ° @ A ' ' a & A a € o o A A A
leaLaaﬂmuml‘ﬁm']ummsniumwwqumamwimwaamasa@ao Luaaawnmiavla@]ﬂW%uwwmuaufgmﬂjam

P24 (crosslinks) ﬁﬂﬁmmwimaaﬁnLLa:LaﬁwuaaLﬁWQIﬂiaaﬁ”waLﬁalﬁaﬂmmma [7]

12 -
10 -
£
= 8
dg
o 61
(=]
g 4
-
074H T T 1
0 20 40 60 80 100

Water content (%)

AN 5.7 MILINA LI TRTAINFNVBIINAULENIKER Vallialiank1k NR/PAA10-Z10 (®) NR/PAA10-

720 (W) uaz NR/PAA10-Z30 (A)

5.3 anzaadtinluiialfarn (States of water)
snmzmamaslylawfinguesihnigngedulwbaifendiudsznaudie 1) luanafliifiaduasizen
o A A A ' 2 a @ . A A P
lagnuluanavaswafimailuibafandiu JafianmIniunguiu (clustering)  uazlimafouudasnad
A o A = o X A @ a a 3 o S da
gunnfl 0 °C ifiaidlundnduiniionny bulk water FunUSunahaiuiiil free water 2) luianazasiifiiia
) aa ) a a ) ¥, @ S " a
UAINILINY WaRlNas SunUSunmauitin bound water Usznaueie non-freezing bound water 99z e
\Dundnulgumnlazaadiasiis -30 °C uaz freezing bound water azifiaiunanngmngiidindy 0 °C (8]
DSC nasluunsuvadiiaifantint NR/PAA AL3anm PAA @149 uae DSC asluunsuvadiiaiian
HurinaaanTanudlaladensg usasdanind 5.8 uaz 5.9 muiau wuhfimesluunsunisgannuian
A PN d a Y = < = S a £
(endothermic) Ngmnnii 0 °C Tadugunnlaanaeumarvesiuds Wunadfouudsssniuzvasihnignd
(bulk water) :nnwaziAnlaiihfiaglwbaifentiullznausdie free water uaz non-freezing bound water
A A da & aa a o & da & « . ' =
LHa9NNANINAARINALADINIY bound water NLN@ALIU non-freezing bound water fasiduwad free
water W&z non-freezing bound water luiialiani1un NR/PAA N5unm PAA 6 quazlulialfaniuwianin

naufidSunudlaladeng g uaasasnni 5.10 uaz 5.11 MUEIAL
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200

150
100

(©)

(b)
50

@

-30 -20 -10 0 10 20 30

Heat flow endo up (mW)

Temperature (°C)

A 5.8 DSC nasluunsuugasanzvasirlwiaiiantiu (a) NRIPAA10 (b) NR/PAA20 uaz
(c) NR/PAA30

250
200
S 150
E )
g
S 100
o
2 ®)
E 50
g
T o (G)]

Temperature (°C)

AN 5.9 DSC masluunsuusassnizaasinlwiadantu (a) NR/PAA10-Z10 (b) NR/PAA10-Z20 L8z
(c) NR/PAA10-Z30
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o 100 -

c

]

E

£ 80 -

S

i<z

o, 60 - /
I

(=]

= 40 -

c

()

€

8 20 - .//./'
Jai

®©

; 0 T T T 1
N

0 10 20 30 40

PAA content (wt.%)

AN 5.10 RASIHVDIIN (@) free water (H) non-freezing bound water LRz (A) adsorbed water lultialien

H1u NR/PAA 15304 PAA 6199

' . \ oa & a { a & d \
fin free water WAz non-freezing bound water AANLANTUANUTIH PAA Aindulubiaidandin
{ A A ' a o X s A o v A A . A a a &
iasnnibiaifendwmfansuandaainniu luansvesifisansouniniiwdrgidafandulafissunouian
a o Aaa ' ¥ o \ o Y P SEEP. UEVIPN X
iaduasfsonsznivsluanavasiniunyeiduzas PAA léanau vil#d3ana non-freezing bound water

N &
LWN;E{I‘I]%

80
60 \\

— .,
40 -

20 - —

o T T T 1
0 10 20 30 40

% water content (gH,O /g membrane)

Zeolite content (wt.%)

NN 5.11 USunmaasiin (®) free water (ll) non-freezing bound water L8z (A) adsorbed water luitiaidan

Hw NRIPAAT0 Handlaladfisanadlaladenag

A ™~ A A oA ' a & . A
WatSunaudlaladlultaiionsuiNuundue non-freezing bound water a2 free water UAIRARI
insnndlaladiianumaninlunsgaduinldasndt PAA mainUTnadleladvinldibafansduuinea

a s & A ) A A LR A Y o a a
NAR ﬂiu’]mu’]ﬂd“u@ﬂgﬂﬂ@ﬁﬁuluLﬂaLaaﬂwjuﬁlﬂuﬂ’]aﬂﬂﬂﬂqu\lﬂ@’lﬂ LLmﬁ@ﬁ’Juﬂ’liﬂ@]m"ﬂadﬂiuﬂm PAA U
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fasfiilaidudlalad aanunaanI5zninadSunme non-freezing bound water LAz free water 390 AAaUTN
A U a a 6 a J v & ' 3’ v = 6 v s a
Al wihdSinadlaladiiniu uaaalwiduilaagahaansnd lulugnuvesdlalad dasendunsgadu

2849 PAA luBiaidaninn

5.4 ﬂszﬁw%mwmsgwﬁnﬁwmL?ial,ﬁamhu
Imaqamaqﬁmazmmuaamminﬁﬁmﬁ@é’umﬁ’%mmuﬁuﬁﬂﬂmmuﬁu PAA "L@‘Tﬁv'a@; maammﬁgn
@@%’uﬁ@ﬁmﬁanmu ’iaﬁﬁy’a‘[maqamaaﬁmauamuaa AW 512 uaasnavasdlaladluidaidandin
NR/PAA10 @iaﬂizaﬂ%mwnﬁgwffuﬁ'] wud'lmﬂi:%w%mwms@@sﬁ'uﬁwﬁﬂ"]Lﬁluﬁmﬁaﬂ’%mmmad%h%ﬁiu
Hardenru i Lﬁadmngwgumad%IaVLa@Tﬁmwm‘hwawiaimaqa“umiwﬁﬂ ﬁuﬁaﬁwﬁmmmﬁﬂﬂhgw;u
pa43laladismunsndn lunmelugwiuzasdlaladld LLa:Lﬁaﬂ%mmﬂfﬂumawamﬁugﬁu PAA AANTLNY
SR ﬁﬂﬁTamaﬁﬁv’aﬁ'}LLa:Lamuaaa:LLwimuLingLﬁaLﬁaﬂmuﬁuLﬁ'uﬁu ﬁwﬂi:'ﬁﬂ%mwmigmﬁff’uﬁﬁa

BIEN

Sorption selectivity (o)

Zeolite content (wt.%)

NINN 5.12 HavaIUSumd e ladluibaldantinn NR/PAA10 @iaﬂizaﬂ‘ﬁmwmigwﬁuﬁﬁﬁ AL NT U BIUN

Tuansazanonauidn 5 vol.% (®) 10 vol.% (M) 20 vol.% (A) uaz 30 vol.% (@)

5.5 MINAdaUUIANSNINasdataanHIRIAYNIZUIRNITINDSHINDLIT®
5.5.1 navasilsnimdlaladlwdatdaniin
Na20IUTI D e badluldatfanuud oA WANTLEAINININA 5.13 hAnlaInananguasinian
L o ¢ ' o g & o ¢ iy ) A oA ' ° 9
ganddnandasianiueann uazArandninuannanwandvasin nisladlaladlubaifandu vinld
1 a 6 2’ a' J ) v a 6 v & =S = o a
FNaNTUaIRUANNINTY uarn IR WaNTUaIaNIBaaaaad LEadliiARTIANURINITDTEIE e ladluniTsne
mIunTvesleruaalitasnnunaluanavaseruaalngniumagniuzasdlaled (9] atelsfianuiie
~ a & a & v a4 e €& S a & L e & aa £ o 4 o & X«
USu1 w9t o lad NN kI A WA NSV IR WNNNINDY WAWSNTUDILaNIWAALNNT UG LTI NIt LN
' { A & ° v a ' ' ' { ' A
nannInenguiiinaniuvetsaynadlalad dliietesivawalngnsluiadandu Saemues

AT NIHW LG8 [10]
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5000

4000 -

£ 3000 - I

e x

S e

> 3

=] N

T 2000 | =
1000

0 T T T T T 0
0 5 10 15 20 25 30

Zeolite loading (wt.%)

A 513 WavedlSunadlaladluialfentiun NRIPAA10 dadiwandsin (A) dwanduadin (O) uas

fwanSuadamuas (M) adsunasihluanstlawyinny 10 vol.% uszgmnql 30 °C

5.5.2 nazasiianainluansilonzasin-laswea

navasliinmminluasiloudodWanduosinuaziasueauaaseInwi 5.14 axinldimonanduas
iuaztamueaLiai IﬂthéTnsﬁmaaﬁwﬁdwqanhﬂﬁn%amamuaamﬂ Woanududuasinluasiland
N L?ial,ﬁamhm:ﬁmsmuﬁagd Swunan1aInnsLINaI289 PAA  danabilassainslaiiaondiuneng
wasvnlslasuoaunsrinwiatdonisldunnasu [11-14]

otnslsAadideRasandunainont diuaaslunnd 515 wuiduweiueuduasinanas luumed
Lwaﬁuawﬁmauamuamﬁmpﬂﬁ WasanduwaiuaudiduaySnmnsrnuifinsanaa9usedy (Driving
force) ﬁLﬁmnﬂmmLL@m@hwaammﬁuu’a:JaaﬂVLﬂLLﬁ'a (Partial pressure difference) LLamlﬁLﬁuiﬁﬂ’mﬁlu
Usinasinluanstlon Sesenalimiedaniudnmyindadinin lilavlsawanduesiniuunidn uanis
RANTUININANLANAIIBINNNTRE BBVBINAL RN NI RA NS IN aswassinTuansTlon Tumanduiunns
vandaioidaniiuinlinandusemuaainin

flasanduneluanduasinfianaslusmeidiweduanduosiosimaatRuuiniu doualen
UszANBAMWNIUEN (selectivity) fienandasmuUsinair lusstlondifiuannin dsugaslunnd 5.16 ugas
lﬁl,ﬁudwLﬁaﬂ%mmﬁ?ﬂuaﬁﬂamﬁugﬁu miLLwichumadLamuamiw;jl,?jal,ﬁaﬂmuﬁu'm%u Fadunannann
m'sﬁiwLaqama\‘lﬁtﬂﬁ'uLamuaaﬁé'umﬁ%m@iaﬁ'u LLa:LﬁaImaqman{ﬂﬁmﬂ%u ﬁﬂﬁﬁmsﬁagﬂimaqamm
LamuaaLﬁwgﬂmoﬁwmw’fuﬁw Fsazinldosnataian Wasandmwmuniveninuesuealsaaasia

a & - &
IREe! mu’ﬂumiﬂ QHLWN@EG“U%
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4000 8

3500 | L7

3000 - 6
~~ m
& 2500 L5 3
E 3
B =
% 2000 - 4
3 Q
% 1500 | -3 3
= =

1000 | L2

500 - L1

O T T T T T O

0 5 10 15 20 25 30 35

Water in feed (vol.%)

AN 5.14 wavasdTanamihluanstleusasin-lasuaasdasnanduadtin (open symbols) LaziasI%aa (close

symbols) yoaflaidanninn NR/IPAATO (O,®@) waz NR/PAA10-Z10 (C1,H) Lﬁaqmmﬁmaamﬁﬁauﬁa 30 °c

1800 1.4
1600 -

L 1.2
E‘? 1400 - g
X -1 5
£ 1200 | =3
£ kel
= D
(@)] -
< 1000 08 3
Q o)
=t =]
© o
(] 800 - L 06
£ B
[0} -
2 600 3
g 04 T
© x
2 400 - >

L 0.2

200 |
0 0
0 5 10 15 20 25 30 35

Water in feed (vol.%)

A 5.15 wavesdSunasihluanstleuvadiir-lemueadadweiinausuadtin (open symbols) LaLLATIUAR
(close symbols) ¥ad1EaLRanA1% NR/PAA10 (O,®) uaz NR/PAA10-Z10 (L1, M) Wagmmnpiivasansilauda 30

(@)

C
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1000000

100000 -

Por D, /D

10000 +

1000 -

100 T T T T T T

Water in feed (vol.%)

P a s ¥ : a a o \
AMNN 5.16 Naﬂladﬂiuﬁmuﬂumiﬁau“lladu’]-m‘n"maaﬁaﬂ‘izﬁ‘n‘ﬁﬂ’mmﬂmﬂ (close symbols) LLAzaAINEIU

NMILWIVBIUGALaTIKAN (open symbols) yaaflaiianiin NRIPAATO (O,®) uaz NR/PAA10-Z10 (C1,H) il

qm%gﬁ"naomiﬂauﬁa 30 °C

553 wamaaqmﬁgﬁmaaaﬁsi’]au
A15190 5.1 WRAIATNANS AwaRhaud kazA1UTeENTAIWASHENTaILEBLA0NHNY NR/PAATO LAy
NR/PAA10-Z210 ﬁqm%gﬁmaaa’mi’]autmn@haﬁu

15190 5.1 wamaaqmﬂﬁﬁmsﬂau@iaﬁ’wﬁn% ALWBRLAUT LaTA1UTERNTAIWANITHAN

Feed

temperature Flux (g/m?h) ” Permeance (g/m*h-kPa) 5
(°C) Water Ethanol Water Ethanol

NR/PAA10 membrane

30 760 0.470 28410 625.7 0.051 12190
40 2067 10.36 3496 974.1 0.659 1478
50 2347 12.71 3216 659.1 0.491 1341
60 2414 13.25 3156 418.7 0.322 1300
70 3472 19.64 3049 384.3 0.309 1242

MM10 membrane

30 1927 0.111 319900 1637 0.012 136321
40 3019 0.225 244847 1468 0.014 102802
50 3075 0.281 198505 891 0.011 82233
60 3117 0.337 167233 558 0.008 68433
70 3282 0.537 109900 375 0.008 44468
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& o ¥ a & { a a $ )
WU'J’]‘V]\TWaﬂ‘g"ﬂa\jquLﬂzLaﬁquﬂﬂqumuLﬁE’]quqm“ﬂuma\‘la']s‘ﬂau ‘%dL‘f]uNau’m’mﬂ’TmuLLa:ﬂﬁ
d d \ a { @ ' S a &
Lﬂaﬂuﬁmaﬂaﬁﬂi‘ﬂwaﬂlauﬂg I@UL%quﬁﬂaﬂ PAA "?l"mill‘lﬁﬂ’]‘iLLW’i“]JE]du’]LLNZLE]‘E’]uE]aLW&IE{\‘]“H% [11, 15-17]
' = ' a < ¥ AL A = = e A A
aﬂ’]\ivl,iﬂ@nwﬂ']l,wauLL@%‘ﬁ"ﬂaﬁu’]Nﬂqﬂ@a\ﬁ lummz'ﬂmaﬁLaﬁ’]uaavLNNﬂ’]iLﬂﬂUuLLﬂaﬁN’]ﬂuﬂ VNWLUDINIIINNA

ad . a & . I ‘ a & o
maaqm‘ﬁquﬁﬁwa@]amnwu"uwnadmwmmﬂmwadmm@muaﬁ NWﬂﬂ’J']ﬂ'ﬁLWN?.IW’UaGWNﬂ“I?

aswansnaaes
VTN DL NHIUALENIN laAI NN RN S HANVBILNITITUTIANUNORDLATANLOTA Uas
LWENTLalad 4A NI BNV ININROLATRNLATAAILLOTRWINAADA TINITDANUINIRINITOEUI U LAINNNE
> a v ﬂl = 1 a J g; = :’ ﬂl = 1 a

289 FT-IR  M3aa8a3L3iausoutadibolionduiiadu 4 Tuaande 1) i lwbaiantiwianisseing

y A o A ' ' a & o A '
lug9gmnnil 30 -180 °C 2) nsuanaanvannFonssznivmelswafwainuaasansslugag
guunndszanae 180 — 200 °C 3) MIRABAIVBIBITIINTIA LUTIg MR Tz 4 200 — 380 °C 4) N3
uwanvasmolsluanazes PAA lutrsgunpiiszanm 380 - 500 °C laidndlalarilubaifondin NRIPAA

' = A4 a X A ' A . '
WUIANUUTINTS (strength) HanAndulusmsfanunudanisiaaaas (Elongation at break) LW31z3n
lawaiwvasdlelarindumstsznavazgfiludanafianudundn lilanuudusann madadlalarnas
o v a & A A ' ' @ = A £ A A A o
Mldifaenudundngslwdaifandiu Jadanalidranuudusaintu lwanzinidasanddnd mavaw
o A oA ' a X a & a A A ' A { P o A oA '
U89 H0LADNHIMANTUANNNTIANT VLTI o8 PAA Tulliatiandnu ualdiaaadiaisunuibaifonsin
Alingudlalad warindSuivasdloladluidaidanciudvinlwnisuindianasdn AlszEnTnmwmgady
A, a X A a A A oA ' A £ A A = ° '
ihdduAndmlediinuvesdleladlubafandwiniu ifasnynguvasdlaladiianuiinzdaluana

S L a ¥a = | A &R o A o A a s
29990 uuﬂamu"um@Laﬂmwgw;umaaﬂa‘lamommmL‘mvlﬂmﬂlugwgu"uaoﬂavlaﬁ@ uaztdaTuaminle

. ¥ - . o [y v e e A .

PINANIANGIIU PAA Aansuindnindn vllamainsiusziamuesazuniswdigidoifoniiuis
Sx . . ¥ . A e g
Wndu Adsziniawnsgaduihdsaaas wudnbalandulddWanduasinganinasuaanin uazns
- g e o n A R S v x ¥ .
dndlalad 4A dlddwanduazdszaninmwmauenidngsdn Wadiunanhluasdawfnuindusanala
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