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# # 5472169023 : MAJOR CHEMICAL TECHNOLOGY

KEYWORDS: HYDROGENATED NATURAL RUBBER / EPDM / IN SITU SILICA / SOL-GEL PROCESS
KITTI ONGWONGSAKUL: REINFORCEMENT AND STABILITY IMPROVEMENT OF NATURAL
RUBBER BY SATURATED RUBBERS CONTAINING IN-SITU SILICA. ADVISOR: ASST. PROF.
NAPIDA HINCHIRANAN, Ph.D., CO-ADVISOR: ASSOC. PROF. SIRILUX POOMPRADUB, Ph.D.,

95 pp.

This research studied the reinforcement of highly saturated rubbers such as ethylene
propylene diene rubber (EPDM, 92.5% saturation) and hydrogenated natural rubber (HNR, 98.3%
saturation) via in situ prepared by the sol-gel process using tetraethoxysilane (TEQS) as the silica
precursor catalyzed by n-butylamine. In this study, the efficiency for in situ silica generation in the
highly saturated rubbers was compared to the unsaturated rubber such natural rubber (NR) in
terms of content and position of carbon-carbon double bonds in their structures. The
morphology of rubbers containing in situ silica in terms of dispersion and particles size of in situ
silica was investigated by using scanning electron microscope and transmission electron
microscope, respectively. It was found that the in situ silica was agglomerated and formed the
larger particles size in saturated rubber matrix. Whereas, the agglomeration of the in situ silica in
the NR matrix was reduced resulting in the smaller in situ silica particles size. The optimum
condition for in situ silica generation in EPDM and HNR was 96 mM n-butylamine concentration at
50 °C for 24 h to obtain the in situ silica content of 4.5 and 11.9 parts per hundred of rubber
(phr), respectively. The curing characteristics, mechanical properties, thermal and ozone
resistance of rubber composites between NR and EPDM or HNR with and without the in situ silica
were compared with ones containing commercial silica at the same content. The results showed
that the tensile strength of the rubber composite containing EPDM or HNR with in situ silica and
NR at 40/60 (w/w) was 14 and 13.9 MPa respectively, which was higher than that of the rubber
composite consisting of EPDM or HNR and NR or one containing the commercial silica at the
similar rubber blend ratio and silica content. In addition, the results showed that the thermal and
ozone resistance of rubber composite containing EPDM with in situ silica and NR were higher than

that of the rubber composite containing EPDM and NR or one using the commercial silica.
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1.1 aAnudusuazanuaIA

v

Jagiugneaniiniududiegs 1wu enueiiaulnsiiau (ethylene propylene monomer,
EPM) wazenaefiaulnsiauladu (ethylene propylene diene monomer, EPDM) (Husiu
gnunUssenaldauluiuenge 1wy gaamnssugIugud 81990unsEan kavangiallany

Ul Wudu iws1ze1aUszaniiaudiuniusenusouLazaandntulas su

[

Wawnananlaseadieveseailnuduiigeluaielendn (Arayapranee and Rempel,
2007, Ning et al,, 2014) agslsfinuensfidamnuduiganaiisuusadenalasii wu Anu

ANUNTUABNITANVIN WAZANUATUNIUABLTIAG (Ma et al., 2002, Sohn et al., 2003) A5

A a

YFuUgaandananany anunsaldiafuiaSunss 1y iaadien (carbon black) #50@aN

Y vV v

(silica) Wudu Inenaiisaiuisatasuunsslannenslas #5110 wanliidriveneladng

1Y

wagnsranemlulilesslaf (Zhang et al, 2006) uansiadaidedndnaun1sldeu

1
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be

v v A aa ]

fpsnsanuiiddusinidenlddannduansiaSunsainnin venanidan1deaunsaasuns
TwngluiuANmUNILAeN1TANYIN ANAIUNIUABNITTRY waevinlinEnsnaened
nsazaunusousn U@y (Murakami et al, 2003) wAn1SUIRIEANLATANITAN
(commercial silica) snnaslugnslaensainfinnisazauainunilags (high viscosity) Favilvr
Nndayvin1sinienguues@ang (agglomeration) enndenisuanas wazldhianlunisianily
wiufisTu SehliAnn1snszaeivesdanilumying (matrix) vasenslalld denaviale
auiRBInavese1enosas (Kohjiya and lkeda, 2003, Murakami et al., 2003) n1suAlanis
ns¥aNeAIvesdanilugnsansanseilalagaiunssuIunslaa-laa (sol-gel) lngladinnsy

(% L3

evendlaiau (tetraethoxysilane, TEOS) 1uansassiu (precursor) MIAUATIENOUTYTAN

(in situ silica) aneluitleens foduwalianiandnalndudydanindunsieilaaunse

nszedluitosnglanuIndu



Safeufunisietunssnedanuuudaiy n1sldBulyianidmaliauifigna
vosmanTilffiengatu (keda and Kameda, 2008) nmsAnuNUATefiduan nudens
fiflnnalaiBudngs 1wy 019555097 (Natural rubber, NR) (Ikeda and Kameda, 2004, keda
et al,, 2008) IﬁﬂisamﬁﬂWWﬂﬁiﬁﬁLﬂi’]zﬁﬁu%ﬁgﬁ?ﬁmN"Iuﬂi:ﬁUTumﬂ‘Ua—Lﬁ]ﬁﬁMﬂﬂ’hﬂNﬁﬁ

AINBNAIEL 19U ©19 EPDM (Das et al., 2007) 99 eavisaesvilatiugandaninaasi

¥ ' !
Qv A Ao (3 = ]

WA AaunwITe il ingussass iefnwinavesUSunauag i unusiusyanogly

9 Y

| a a A

a8lge1909USLANSNINNNSELATIETDUTNTAN I UL DU1HIUNTEUIUNSIUA-428 LAgESN

Y
a

donuuided 2 Usziam loun e1esssumd salueneiniinulidudags uazens EPDM &

1 ¥ ¥ 1%

Jugnanfinnududags wazdidunieaiuszaeg Nfunuaiesdiudig (pendent) Vol

va o IS a

lassaianan §i9eduuifnfiaviignaniianudusmieaaduinedaiugs EPDM wailiusee

Y

o I

s ~ 1 ! (% = a a
vaearsuaunegludiunisatglegndan (backbone) Hufie g19555uYAlalATIIUNA

'
= o

(hydrogenated natural rubber, HNR) fiflssfupnnudusasneiu 49.5-98.3% Gedunsiswls

a

31nUfAselalasudu (hydrogenation) 9838195551918 laglusuidedgidednun

@32

Uffselwa-ealuszuvenaiou (solid method) Wesnniluszsuuiivg wazlildfviazay

a

Mlrduiinseedsuinasy  AnwidenMemmnuizauluni1sdias e idudngdaninniu

Y
nszvIuMslea-lRavesnnsziovandlelauluens EPDM uasens HNR 9nUuiiens EPDM
uare19 HNR 1BuByIaNuHauivgesssumaLmAnviatissnmmnauiou wazaudi

\WINAVDI KL AU 8 ULABUAUN SIS LS IP8TANINTANITAN

1.2 TngUszaeAuIY

1. ﬁﬂmma%w%mmuazﬁ'}meﬁmzfjsuaqm%‘uauﬁﬁaeﬂumwiaﬂwﬁw%mwma

ca

duATEduTYIANHIUNTTUIUNTWE 198 Ve I8 A UNTAUBNAEY lakA 819

Y

EPDM uazend HNR igufiugnssssuanianulaidusiigs

2. ANWINMEMNUILAURBNITALATIZTDUTNTANHIUNTEUIUNIS LOA-43a biea EPDM

U

Waze1e HNR

3. ANWIEANUTRLTING LEDYTNINLTIAINNUS DU WAL BDNTLATUIUYIINANTLUNIN981S

'
v aaa

555UVPNUENNDUFNLDUTNTAN wazsUSeUsUNaN AN UNISLESULTIU1NENA L

Y

ASITANINTANITAN



1.3 YAULUAIIUIY

1.

2.

3.

Anwenansiazuidefiiedos

NauwuNsAiunY wardawSeningiv aseil wargunsalitlilueide

wisNa1sazatwey HNR legldarsusznauidsdousoaiioy OsHC(COXO,)(PCys),

HusfisauiFen (Hinchiranan et al, 2006) igamgil 140 ssriwaLdoa Ay

lelasiau 27.58 11§ e 20 60 wag 240 unil LilelrilseRuANLBLF UANGNS

q)y

3.1 figauanuarlaseaineuedens HNR - sagmallauaniuyiaimalniiasinandusy
Sesnsudnesudunsusaainingalny (attenuated total reflection fourier
transform infrared spectroscopy, ATR-FTIR) warsziumudusdemaia
TUsmouilindesuunuanisiouuudauninsalnl (proton nuclear magnetic
resonance, lH—N!\/\R)

3.2 ANwauURTInIINToUTBIENEIIUYIA &9 HNR Laze1s EPDM sewmalinmes
lunsTIWASA (thermogravimetric analysis, TGA) uagAvinesisuduaaunuils
wAABSLUMS (differential scanning calorimetry, DSC)

Anwinmeiivnzanlunisdaunsiesidudydanilugns EPOM uagens HNR 1oy

Uiisenlea-taa lnsdifuusidnu Ae

4.1 pududuvesasazatsussueadifianiiy (n-butylamine) Feldifusigs
Uiselea-19a: 8-192 fadluans

4.2 gamgilunisvigitenlea-iaa: 40-60 oeraTes

4.3 natlumsiufizelea-wae: 6-72 alus

WATILTANWUENWNTUFIUING VA UarTUI19VBIBUTYTINTUL19ETTUNIR 819

EPDM  uaze19 HNR  lagldndesganssmudiannseunuudednsia (scanning

electron  microscope,  SEM)  La¥Na839anITAUBLANATOULUUADINIY

(transmission electron microscope, TEM)



U adaa

6. 1e1duiATBuByYIANIHaLAUEIsTIINARazaBasiAldlunsTamludulee
Hindosunnausrsuuuasignnas (two-roll-mill) figamgiivios wéAnwantfives
N13A93U (cure characterization) vospananlngldiasos moving die rheometer
(MDR) mﬂﬁuﬁﬁugﬂlﬁ‘]ul,l,siumqﬁaEJwﬁ'aqé’m%@ummqmmﬁuaznmﬁlﬁmﬂm%"aq
MDR

7. VAdRUANAIUNIUR DU IFar AA LTI TanludTildnde 6 neuwas
wdan1sUILsaemuseuil 100 esmwaidea 1Wuan 24 $lus wavauURidena
wa¥RveteNaNfounTUIIheALSeuLE IS BuTlBuAUB aNaNTLaS uwS ade
FANUATANITA
7.1 AUNUNTUABLLIIAA (tensile strength) Iae universal tensile testing machine

AIUNINTFIU ASTM D1142
7.2 auuds (hardness) g durometer MRS ASTM 2240
7.3 audAgsnanadn 1ny dynamic mechanical analyzer (DMA)

8. Anwinsnszaneiivesdudydanlugsssmumninanesdui s udydanidsin
nszuIunsaegy Ingldndes SEM

9. VAdeUANUEUNIUABIEIEY (oZone resistance) VBAENSTINYIRNANEIIDUFATT

a a aa = (% d‘ a - aa b
UTYNTANUNYUNUYWHNFNVILAIUUITINWYYANUNIANTIAT ATUNNINTZU JIS K6259

10. BAswnideya ajuna Lazidewineinug

1.4 Usslowifiimninazldsu
1. NTIUNUIMTDIUTUI AL AU USEAYRIATTUBUABNSNAN D UEY AN Y
wvEndueensfitinnudusigs
2. lfnneimnzanlunswioududydanlueidmudusgueltidumsiufiul

[MNAIRY



uni 2

LNEITHAZIUIYNNYIVD
WUIRALALNG Y

2.1 81959517 (Natural rubber, NR) (3590301 ¥35l808, 2549)

Aoy

gresssugrfluensidduinidanian duiivluana “Gi7g-usdideuda”
(Hevea Brasiliensis) aguuilusiinoziumou Weswns1 Ussmaunia fgnslassairamanad
Ao ¥a-1,4-wodlolansu (CsHs, cis-1,4 polyisoprene) é’fagﬂﬁ 2.1 Uszanad 3,000 89 5,000
wihevedlolniu ﬁﬂf’mﬁﬂimmqa 200,000-400,000 8135550v@0endu 2 wuulug 9 laun

1J18199U (concentrated latex) kazenauyia (solid rubber)

—CH, H CH, CH,—CH, H

X / \ / N /
Cc= C=C C=C
/ N / \ / \
CH, CH,—CH, H CH, CH—

JUM 2.1 1A59a519%098 1953 5UNR

2.1.1 Y19149555u%16 (Natural rubber latex)

181955 UV IANT 91UN819EANNAULINITT TdnwuztTuvemratdud
nsodnTy Tumaaiidaduanswuiuasy Usznaulusie 30-40% UDI8719WIAS LAY

5-10% Hulusiu pslulawmse T wazansBundddun Samnumuiuiy 0.975-0.980

ndu/Aadans Srnudunsn-ang (pH) Ussunad 6.5-7.0 s7uediutadunies wwu wug

Y 9

874 918AUEN 35n13n3nene Wudu dudsznaurenihensanuandlanmisned 2.1



M58 2.1 duuszneunavUsuauesasnngg Tuihens snsal vaslyena, 2549)

dulsznau Usinadlagnimiin (9)
Lﬁ@ﬂNLLﬁd (dry rubber content, DRC) 33

TUshiu 1-1.5
A9L50U (resin) 1.6

101 (ash) 1.0
Inalalaln (glycolipid) wazansealnladn (Phospholipids) 0.6

i 58.5

2.2.2 8196914

=

grauviafunssssumannanlaedniseuauaunmlildunasgiu e
MsIrYRMATNYRsEsAUTHARlduduey TaoiiBn1snane1auvisuanafesufl 2.2 G
foud w.a. 2508 esTIUYRAIUININ1INENlUUVDIBWHUTUATY B1AT YTE
thenetu maauaz fulTInuA MBS TN AT Suwiamnzay

¥
v

sonTstunlgnu IienauauesienUsEaIRveINITNEn fail
1. weUFulsanssuIsnsHanesRuluUAT
2. wiiensunledsnis waznisdnnsneslvdigunmastulaenisnaasu
AN Egislue U URns

£

3. LW UITUNUYNFLATIEANNANT UL I NULIIEITUIR FI819FUATIEA
~ ° P v ~ wa | Aa

fin1sszuRuAImens aansainanldnulad wasliaudfiuieegananin
YUTITUVIR WU PIUNITNURBANNSIU hazunITnusaunTu 1Hudy

4. @eoliauangulunisuiuuwasuilademnuanuninuinsgiulile

AUANILABINTVRIE LY



e || devu g eazenn HULATOAATI gosenadu
g U LAUNAI0951 WA 118909 WinLan
" o
UGN aaLuY
LLﬁQ LL'Vi\‘i

JUN 2.2 fansuaneaurieanneneuis (351ased vasluena, 2549)

2.2 graeiaulnsiauladunsasnsdnady

Tullagduensdunssiduensifinisldlugaamnssuiuegiininewng Jauds
WUUNNUTENISN1ISITUVIR LU 19U A1UNISNUADAINUNS DU azlaleu 1 819efay

Insfidu (ethylene propylene monomer) #3pgn987idu (EPM) Wugrsdansizsisdanilan

a dy a L aa o/ aa wa a & Aa n’ljdy [
NaWU'LJ‘\]']ﬂﬂ’]‘éIﬂW@ﬁL@J@ﬂiL%sﬁu‘U@QLEJ‘VIﬁ‘LlﬂUIWﬁWﬁu ﬁMU@%@QWQGLM@i%UWUWHQQﬂU

D

USunauauaiuesiuansly 1wy odUSuIe NaUAI928MABNTZUIUNISUANALENT LD

USunaneiduninaz e usuussantinnuudsussvesenendilinsgluazdugulainedu

Y

1l o

sglsfinmudeidevessnaiind Ao luawsansguiessuuiugdu mszliiinussaves

Y

% i s A

¢ 3 = v vy o = a
ﬂ’ﬁU@u-ﬂqu@u.IUIﬂiqaiqﬂ Wauqﬂﬂlﬂﬂﬂqiumsﬂ{]wﬂq@qﬂaq'JUI@ﬂﬂqﬁLWMﬂJ@u@Lmaimjm

faa o

am%qLﬂumauamawmwusxﬁjs‘hLmu'ﬂum&JIGu'ﬁawwanmaqa (pendant side group)
Sun1 esefiaulnsiauladu (ethylene propylene diene rubber) w3agnsdfinLon
(EPDM) wiaTinsaudfisugiuninuduniusenisidenaningisninuounas eandiady
Tneihluneuswesfiviunldlunisndnens EPOM 3 3 afin loun lapaslsinuniladuy
(dicyclopentadiene, DCPD) Lofiduuasuasiiu (ethylidene norbornene, ENB) wag 1,4-lgn

wgladu (1,4-hexadiene) sy Fauanslugui 2.3

JUN 2.4 wansisaudRnnununiudeussaauesens EPDM fflUSunuefiauy
3819 62-82% Leeluanlienunisianluedu nuinusunaeRaunaisdiuvinlilueng
EPDM SANANNAUMUABWIIRdbivnAY Bnvadanudnindleifiuusunanefauuinduvinla

Srevdn o 9070 AAUINTUNINAIY



CH CH;=CH—CH;CH=CH—CH;

ey

! — !
|1 €& 3 | LH2'. 14-H d
L\"A/D |"~Ii.f'f} - SRSEREES

sUN 2.3 laseasneiiugiuens EPDM illususieiviinvewiused (Blow and Hepbum,

1983)

12+
= 8- )
2
e |
- |
§ 4
-

o
5, [
8 s o0
OL___& Samac ©OF AL . [ — A 4
B4 68 72 76 80 B84

Ethwviene content (M /)

gﬂﬁ 2.4 anviAn1TudeL IR UsINaueviaulue1s EPDM (Blow and Hepburn, 1983)

2.3 9195550Alalasun (hydrogenated natural rubber, HNR)

gresssumdduesifiunassuiinuiainsssumivaziiuiinsneduandau o0g
ﬁiiuma%’mL*ﬂui’aqmﬁmﬂ'iimﬁqmammmﬁmﬂ%ﬁuasi'mLLW'i'Ma’]EJ losanees s
fauTRvfiBen Wy damnubangud danumumusionssis udensssuvatianadumuh
ROAINSBULAYRONTLATU (Phinyocheep, 2014) %’ﬁLﬂuwaé’mﬁaqmmﬂmsﬁﬁ’uﬁs@maa
asvou-msveaululassaiisloleniu fuludsioshnisuiulglasadieosenssssuea

WeanAlvaudRnsnanuunszuIunskalasiiutu (hydrogenation)



lelasdiududunszviunmsvieujitenaiinasuudalaseainaveaseii
aulaiBudags (high unsaturated rubbers) Tiiarududafintulasnisiislelnsiauliis
Taana nsvuiunsdanansousulgsanifvesensiifannuladudlsdienudumusoniny
Founazeandndulanlalasdiuduaiunsarinlanaleaniug Wy Luvaisazaiy (solution
hydrogenation) (Hinchiranan et al., 2006) LUUENS (latex hydrogenation) (Mahittikul
et al., 2007) uazuuuveLds Uin et al, 1994) uondnillalasitugianusoutseaniiu 2

35 Town

2.3.1 lalasduudunuulildinsaulisen (non-catalytic hydrogenation) laenu

Ufinsenlalaluasdndy (diimide reduction)

lalasutuvesensiiulisenlaloluasanduiansdsaunisin 2.1

(Simma et al., 2009)
N,Hg + H,0, + RHC = CHR, = N, + RyH,C-CH,R, + 2H,0 (2.1)

Ufaselaleludaiuisanvsennilu 2 Juneu: (1)  UjAseszninslens@u
(hydrazine) Au lalasauilaseanlen (hydrogen peroxide) waz (2) UfjA3e1521ina

Ly 1 1

TalolusN Ui s ATDIANSUAUTIAINITNAS1NAR AN L LATILUN AIAUNITN 2.2 WAy

Y

2.3 MUAIAU

NoHq + H,Op = NoH, + 2H,0 (2.2)
N,H, + R;HC = CHR, = N, +R;H,C-CH,R, (2.3)

Uaduiiinasionisiinufisentaleluduu laun Anuiduduvesdiusndams (cupric
sulfate concentration) AULUNTUYBeLEAS1TY (hydrazine concentration) A1
Wwugulalasiauiueseanlan (hydrogen peroxide concentration) AINMLTLUUYDIUN

814 (rubber concentration) wagguuail (temperature) Wudu (Mahittikul et al,,
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2007) Ingnluuanszuaunislalasdiudulaelildiissufisenaynse duaiudus

ABUT9RN (<70%) warunsaunluldivansasdundutnenals

2.3.2 lalasfudunuuldauseufjizen (catalytic hydrogenation)

lelasSudunuuldiissufisenaisaudsoanidy 2 szuu Ao s3UU
fussUfiseenius (homogeneous catalyst) Fslusuidefinuanifldiassiad
oA OsHCUCOXO,)(PCys3), (Charmondusit et al., 2003, Hinchiranan et al., 2006)
RhCU(PPhs); (Singha et al, 1997) RuCl,(PPhs); (Rao et al, 2001) uag

% s

I{(cod)(PCy3)(PynPF¢ (Hinchiranan et al, 2006) kayszuusitssufisenilsnug

9

€

(heterogeneous catalyst) %qmﬂ%’ﬁhLiaﬂﬁﬁ%m%ﬁmﬁﬁflLﬁuﬁaaﬁauﬁ’?\@mG] wianil
e fiaaudeslias (high activity) n1sideniiings (high selectivity) §m31n13N504
9819590157 (fast  filtration rate) wavaiursalunisiinduunldlug (recycle
capability) eﬁ’aasmﬁ’;l,s'wﬁﬁ%msuﬁﬂﬁ Toua wwanfsy (palladium)  wwavidy
(platinum) 15t#ea (rhodium) finiia (nickel) waglauoan (cobalt) Wumu (Matthey,
2012) lnevhludszuuinissufizononsiugasly %nisideniin vie %lalasaiudu
g9 uazdsanunsafnuasziumududlulassaiieensiieniin sl sl §izen

3”36‘1/7‘146: (Piya-areetham et al., 2013)

2.3.3 auURY99819555UBA LalaTLuUn

FUUALEDESAINNN9ANSDU (thermal properties)

Tud @.@. 2005 Hinchiranan,  Prasassarakich  way Rempel
(Hinchiranan et al., 2006) An¥1@NUANIINIBAIN LazauURALTIAINTDUVDY
819 HNR - #isediulalasdiudusingg lugis 37.9%-99.7% Tagldens HNR
duasrzimenislaitssuisendedoussaion (OsHC(COXO)PCys),) WU
doszdulalasiiuduifiudu sinlvguunfiadiouda (glass  transition
temperature, T,) ifindu 3 ssrniwaidalasUszanu Sedeualions HNR e

2 X X [ 2/ (Y d' ! d' L a LY
W ULINVULANT DY AILEASIUANTINTN 2.2 LLﬁ%WU’J’]L@J@iBﬂUISI@i‘\]L‘Lﬂi‘u
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WINTU gaunnin1saateiisusu (initial decomposition temperature, T)
Wiawy 9 357.2 WJu 447.5 samwaidea dauandluun 2.5 wagmnsei 2.2

ylene HNR Wusnanilanunuseanudoulazeandndulan

AN 2.2 aNUANINNEANLTAADEITAINTNAIIUTDUTOILNSITUYR Laze1d HNR 9

syaulalasdiudunigg (Hinchiranan et al., 2006)

Rubbers %Hydrogenation T,(°0) T4 (O Trnax Q)
NR - -62.3 357.2 380.9
HNR 379 -63.2 366.5 392.5
52.2 -63.0 390.4 423.3
79.1 -61.9 420.5 451.2
91.9 -60.5 4335 462.1
99.7 -59.6 447.5 469.2

N
o ‘\,_ L -H\"._.--\\
SN N N
00 \-\ '\ \\ iy '\\
VAL N
\ Vo
1 \ ) Y
H Vo Y \. ! 4
-ID.DI "‘l ! \ Y |
I Voo
'||“| \". \'\ l\ Il.
# Vool I'.I |
® wh (e (@ o)
&0 \ '\.‘l ! ':II :'| 1
4 h \ \ !
\ \ o
. h ‘-\ \ !
| A 3 I
LU
800 \‘\ \ \ ‘. Y
\ N Py
* ., [
SO A
o Y
e e
AL e e
|
} ! ] | | ] -
2500 3000 1500 0.0 450.0 50.0 550.0
Tertip Cef

Ul 2.5 andRiafiosnmiBsmnuieuresenssssuei warena HNR Aszaulalasddusineg
(a) 8195351177 (b) 819 HNR 37.9% (<) 819 HNR 52.2% (d) 819 HNR 79.1% (e)
819 HNR 99.7% (Hinchiranan et al., 2006)
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2.4 @130 uAu (Fillers) (Wedss ueae, 2548)

a13fuiy (fillers) Ap a1sdnasluglneiingUszasnndn Ao La@suAIY
uTaus3 (reinforcement) TifugnailoiuANIUINUABLSIAY HBRFA AUAIUNIUNITEN
19 LarnN15ANNT VeI BNTNETFuANSAIatIsanfuUNISHENTEIINTTIANgN

Toevhlvanssdundsuduaslulvivenawuslaidu 2 via Tawn

1. arsdnfurialiiesunssvsoansiifuies (non-reinforcing fillers) vinnid
a a = P a ° v ~ I3
dinUSunamseansuyulunskgs vilvrnuntinveg1enauy1in (compound
rubber) NN @15AANTDAbULES ULSe LakN kABLTENA1ISUDLUA (calcium
carbonate, CaCOs) Aag (clay) Wy

2. asfuRnvilaEsuns (reinforcing fillers) vimtfansunulunszuiun1sngn
WALANANUNLAY19ANUNINDNTIIE9Y 8L LW LN UeNalaeLiLaNTRA Y
ANUNTUADLITIAYG LAZAUFIUNIURBNISANVINVDILNIHNANT LI ANTAILANINA

weBuuss b newwai1a (carbon black) &0 (silica) Wusu
AnwazYada1sALAY (filler characteristics) (We¥ss uqe, 2548)

NAYDIANWULVDIENTALANADNTNALSITNTE NI UANTAUALLND 197

WAANISLESLLTIENNsamuntallu 4 dnwale Ae

1. wwIneyMA (particle size): ansiiiuiivwIneyALEn (fufitnsune
11n) TuARaAnusInsEyisEminensfuansfaLiuann ldiAnnis
S unsaAesldfgeinlrauRsnag é’ﬂ&ialﬂﬁqﬂsﬁu EATRCPRIIAIER
ANUNUNUABNISTAE N1 wazauURAUNITHER

2. ANNTRelIvBINURN (surface activity): ansLAudivylentuiaiiviingneg
ineRansegnanduaguuiiuiy Wy Wuedn (phenolic) A1suenda
(carboxyl) viTeviglwauea (silanol) \Husiu Fellnaseautfnienienin

Yo noNUNAlBALENTAIAL TnayiRaudRnI19e veeeiiNaTe7
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Fudtaraluilgetu iwu Auegda mununusenisdng uaraulifinisga
Tl Jusu

3. 1As9as19909a15@ AN (filler structure): 1AS9E519499981IALANEINITO
UeldnUsunnstosrinawesansiniy TnoUsinnsvesesiisasilunnmse

[y |

Wosduagiuguinamselaseasnaeasiniy a1sfuauntlaseasiegs
(high structure) aziinn1ssuiudunguisuveteynia Soni wenn3
LR (aggregate) waglsonalsAiuTiailin laseasisarsaivvia
Ugugil (primary filler structure) danalvianUfvegafiifisansaLauila
PRGN
J I ! 1 3 ! Y a !

4. A1AMLTUNTA-ANS (pH value): ANAINLTUNTA-AN9YBIETAILANAING
nsznulnensaadnyaynN13AIgUYeIee lngasmiAunlgraidunsnas

1 aaa 1 < 1 @) 1 v A 1
nieuasennsyd egralsiaumanudunsa-rnaesasiiuagly

AINalnunTIRDNISHESULIIlUENS

2.5 @&n (silica) (Blow and Hepburn, 1983)

Fandaduarsiiunidesu (light colored fillers) Tilugnannnssuenad

(%

wenumilonnnmsldnauiiim Wesanddndeuniavuiadn 8nvi

v Ao

il Inguszasnsiigg 1y
AnFUNUNIIHEN LNAMLLTIL AU WU AUUTI NISEIUURDLIIAY AIUATUNILY

AON3ENUIA wazAUAUNIUGEN13TAg (Dusu

2.5.1 ¥UAYd3%aAN" (type of silica)
2.5.1.1 #an1555uw18 (natural silica)

F3N1555uTR LWUFAN1NLH1NSITUTIRINMALAAINITAY LYY
318 (sand) AI85R9 (quartz) 1weslan (perlite) uwazlnoymolulTuadin
(diatomaceous earth) §4n15IFFANVRATINANEN A UNTANULTILTT NUNTY

AornuToulageu BnnsdaiigandununIHEnSneIe
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2.5.1.2 FanduAs1eii (synthetic silica)

aa [y} I's 1 <
FANIFAWATIEK @1U5aLUIRaNL U 3 Useinn

[N

Fanilalasiaa  (silica hydrogel) @alaainnsinufizensewing

T AgUTANALAZNTA

2. Fanmvliannezneu (precipitated silica) @snsawmssulaainnisun

' 1%
sfaal o

ganlelasieaniadatn  Uszneusiedaneulaoenlediiil
10-14% s?faﬁsummaﬁmgmﬂLa?iaagﬂuszm 10-40 WwluLuAs wazdl
ALY 2.0 n$u/an” Sanvdnd e TREsnave e
ADNUNIALAR LU AINUNUNIURBDLIIAT AUATUNIUADNISANYN
wazauiuNLsonsTng Snitadsanunsaldluntsvinanfaeiid
Fu uenniaaniannazneurilieaeuumdisngnisaigy

U

41 wazliaudeenislunislefinseduufiisen (activaton) Tlu

q

2V

USuauunn wu lnarea vse wilu Wusu

3. Yudan (fumed silica) LHuBdmduasevifiaionlfannnisu
FaneumnszAanlsd (siicon tetrachloride, SiCiy) flgnmaiiga
wiouahemanarlalnsiaudluse wuddndoymaiiosiden
110 (aveseynelneiadeeglutag 0.007-0.05 lalasiums) uas
fanumuuduediiy 2.2 nfu/en’ Fanedadiduasdiud
ERuwsalanun uivinlignsnisaeguvetesdinaziiniufenis

ANsEAUUHAT IV WAL IAUTANTAANAENBY

2.5.2 @UANINITATNVBITANT

1
IS a v

ansmiNlenunlugnaInnssy fie nalie 1HeINlsIAIgn anms

Y
(%

FaaunsaLasuksIAnUenalad wandvdietuilveinnm Ae TANAn SRt aaLYINTu

Fafimsidenldansiududuy wu dan1 arsueiun 1Wudu Teglueuideiiauaula
Tunisdenlddanieldduasiiudedininuaiuisalunisiasunsalaniiaiisuny

ansdnduY mszdandvuineyniadn sgnlsinudnvauzuesdanidimasonts

Anwse8nsznineeniudan laun nsnsgatedivesdang mnudugngu Nunis wae



a & A

ANUUTENS Wuky wennddlivaded Ay NLBVEnasan 1 TL@TULIIvRITaNT fD

=

ANWUEVNIANYDINURITANT (surface chemistry) LHDIINUUNURIVBITAN1LNY

&

lansenda visevylwatuea (S-OH) luuSuamnn dawansluguin 2.6 uasdandaing

e

Hleftudnuaneviin 19y isolated, vicinal uay germinal Fauanslugui 2.7 any
lgaueavesdanmilanuiuduastedhreuiasenatisneg ildaananunsonaudn
fugreriianng Tien wesnnensdiulngBusneiilaifidaniedidados (non-polar
elastomer) 19U 819555018 8190 ladu Hudu Flddunsiserszninsesiu
Fanuistuldroudiei Wunaliszansamnisasuusseesiedanuialalid

dloisuiunaaine (Vilgis et al,, 2009)

H
I
.'o\

H H H HH

N o §

Silica
Surface

2 e i L L adad el i

(b) Geminal anhydrous (c) Vicinal hydrated

@)

JUN 2.7 myilsiduleaueauuiiuiiuesdani (Bergna, 1994)
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2.5.3 ms@jmu‘lsmau (silane coupling agent)

\Wesnnuuiiuiivesdaniinylensendasglusunaunn vileuniaves
Fanuann1sin1gnguieuiues (filler-to-filler interaction) 15831 KBANTINAED LAz
dadunguieunnalng Sondn wenlnaweise (agglomerate) L8N AALIIFIN

~Na Y Y o o = < i
nanliudausadneiuiiusglalasiau (H-bond) BellAnuudeusagandiusawiu
W831d7 (van der Waals force) fimulumaiwsingn deuanalugui 2.8 Gavinlv
JunsisensenInesiuganilid nsuilelymidings fe nswiuaisgaulaauas
1 welviouniadaniiinnisiniznguiueslatasas Fan13aunndnaznszatedily

a s vaa dg” o ' J 14 oA IS a a
wnsnduedgalangedy degransanivlaiay loud Ja (3-lasienendledalnsiia)
waszdalne [bis(3-triethoxisilylpropyl) tetrasulfane, (TESPT)] laglassas1evedans

ARIUKAAIAIFUN 2.9 1TBeanvyidanand (alkoxy group) AwtdvinUfATeuadiiumy

Y

lgaruoanieguuiuRivesdaniluseninanszuiunisnauinduiuselyaoniguy

(siloxane bond) Gﬁ’ma@ﬂugﬂﬁ 2.10

wananmsldansamulgiauudy dnmadianilanisundymnisinizngy
¥ A

YDA Fie NIFUATIENBUTYTAN (in situ silica) Tuillaensunszuiunisiea-

198 (sol-gel process) Tasinnsslannandluiau (tetraethoxysilane, TEOS) Feldidu

¥
v v

ansaanilunisiinddnt deaviliiinnisnseaeimvesdudydaniluwindvesensle

AU waseUSuUTsaudRganauazidanusauves Tanneunedn

Inm -

T e

1

N

o

Silica/Bubber

interface ’
Particulate silica  Aggregate (Structure) Agglomerate
10 nm - 100 nm 100 nm - 1000 nm 1pm-1000 zm

5UN 2.8 AnvaizdnguingINsinenguueaynia (Kohjiya et al., 2005)
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C.H,0 OC,H,
C;HED—}Si-—(CHIIJ—S,—[CH,}l-—Si\—DC,HJ
C,H,0 OC,H,
TESPT

sUf 2.9 gnslassaamaniivesansamulaiau (Si-69) (Mark et al,, 2013)

Si O\Si/OCzHS
-~ N

Si O\Si,(CH,),—s-—s

si—+0~

OC,H;

Ul 2.10 mMsvhuATenseinsansamuletau (5i-69) Ausan (Mark et al,, 2013)

2.6 N32UUNS5LUA-19a (sol-gel process) (Brinker and Scherer, 1990)

NI¥UIUNISIYa-198 MIenszuIuNISaIsazaialya-laa (solution  sol-gel

I Y] Iz ] a a6 & I
process) LJunszUIUNITdUATIEAlATITuMetuNsd Tnevlunszuiunisiea-taalu
NSTUIUNITNETIURBUED UL INTBMET (B1Tazalgrsanaaanyn) Msenin “laa (sol)”
Juveaudaiiendt “wa (gel)” dauanslugud 2.11 FudunszuiunisiidnudAgsdeonis

AR TandImInuAIAZILI N

nuiteifgadesiulea-aa Inlflanzueanenladiluaisasiu esain
ausamuANgnTNsiaufiselan lneufisenianudfydenseuiunislea-iaa & 2

UAsen Aeufisenlalaslada (hydrolysis  reaction) wasUfiseineulnuiydy

(condensation reaction) ﬁﬂLLﬁﬂﬂu'gUﬁ 2.12
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pam

Centrifugation
ey 9
Formation Formation o N

of linear secondary
polymers particles by
or particles coagulation

Addition of
benzene

gﬂﬁ 2.11 m3wAsuaaLzaNlYa-19a (Bergna, 2005)

Hydrolysis:

—Si—0CzH; + H,0 =———= —sSi—0H + C,H50H
|

Alcohol Condensation:

|I
—S5i—0C;Hs + HO-Si— =——= —§i-0-8i— + CzHsOH

Water Condensation:

| |
—g—ad  + HO-Si— =—= —Si—0-Si— H;O

Over all reaction:

SiOCHs)y + 2H,0 §i0, +  4CHsOH

JUAl 2.12 UjAselelaslada wavUfisonmeunuisdues TEOS (Brinker and Scherer,
1990)

nsrvaunslea-eaidunisiinalulagunlduselont deussuuiasinaaduy
(gelation) Wndudleflansiiluanaduaseniliinanuiisenlslasledauaznodnounu

wiuraIwannan e TunszulunIsanaIuisandnlaannnnziiduleataziaa Tudiuves
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auNAlYALAALIIUADIA MBS LElAs1aY (hydrogen bonds) drundnSauaiiilelu
duvonaniindudnvundulessaminedaintuegsnigs malsuguiuagnig
IvavesiaaanusatsUszgndlflumsdaaneimsifianifinudonislivarsguioy Wy
wolsiaa (aerogel) @l3Laa (xerogel) Wiaztdam (power) Wanuns (thinfilm) wazwduly (fiber)

Judu ieldiduingivdwiugaaimnssudug sely dawandlugui 2.13

)
SOLVENT
EXTRACTON

AEROGEL

] Q
EVAPORATION
oFsgvent \3)
) GELATION
PARTICULATE SOLS DA
N

STRUCTURAL CERAMICS

&) XEROGEL
PrrAi b -
pav HeaT il (2)
XEROGEL FILM APPLICATIONS
SENSORS GLASS CERAMICS
o MEMBRANES —
HEAT s SEALING GLASSES
COATINGS| CATALYTS CATALYST SUPPORTS ! GLASSES
ELECTRONIC FIBEROPTIC PREFORMS
= s PROTECTIVE CONTROLLED PORE GLASS
DENSE GLASS FILM DENSE GLASS

sUfl 2.13 nszurumslwa-aalusuuuusdnsasisneg Brinker and Scherer, 1990)

Uaeniinasanszuiunsiwa-aa (Brinker and Scherer, 1990)

o iinuasa1sneAU (types of precursor)

anudeslinazUssansninveslansueansnleddaduaisdduly
nsvvIuNswa-laaiidnsnadeuisenlalaslada anunsaisesdiiuainuiasl
voslavsueananledlasd:  wnszunondlaiau (tetramethoxysilane,
SIOCH5), > wasslonendlalau (tetraethoxysilane, SIOC,Hs)) > 1enseln
nendlaiau (tetra-n-butoxysilane, SiC;HsO)y Wazianszuasuoalnsiadlaiau

(tetra-n-propylxysilane, Si(n-CsH;0)4
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o Sasnaulneluaszuinsuindelanzuaananlud
Snsrdnlneluavesiveusanonledinadesninininiiselva-1aa
Fauansluanns 2.4 dslunsdiildasazarvuonenloafidunarsnions 1w
1h Uiisenislelasladaasiinduldliauysal weriluanaveslavsuoanon
lsnﬁﬁm?aaagj yenanidemuindlerivusuadiunniy awwisasinldnag

Wnufisenislelaslagaldauysaidnassluvasiianildana

Si(OR), + 2H,0 = SiO, + 4ROH (2.4)

Arudunsn-Ansvasfassufizen
SnsmaiAnufRzetutuamimdunsa-rs (pH) vesiassUfAseds
wandlugud 2.14 Tunszurunismedweslsiwduvesiniisujiserazuansen
ANULTuNIA-A1S 3 929 A 929090 (pH = 2) F29na19 (pH = 2-7) wAzTILUA
(pH>7) nuindledlissufiseniiiuua silinaililunisidneaiades
i1 iflesnisausenanansoazatediled lusneinarilélunisioeg

VLT UANU ALY TUVDINT AT AL N Y

ZERO STABLE
CHARGE SOLS

NEGATIVE

DLVO
ZONE OF
INCREASING
STABILITY

SiO, DISSOLVES

SOL STABILITY
GEL TIME

0 2 - 6 8 10 12 14
pH

5UN 2.14 navesinissufiseniinenisiin@an (Brinker and Scherer, 1990)
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® YAYaIRINIazaY

¥
1Y

audRvesiniazanviianuddysien1siaufiselea-1aa 1wy auden
(polarity) uselalwa-lalna (dipole-dipole) Aa1uniia (viscosity) laa@avin
azaneiYa WU U7 (water) Weanegea (alcohol) Wieasunlug (formamide)

ausaiaatulfisenlade Wesnninuselalasiau (H-bond) wagdmsu

(%
=Y 1

Aainazatenliddvy 1y lasenigy (dioxane) 3o wnszlalasyuau

(tetrahydrofuran, THF) aziinufiselalnsladaedsliauysailusu
2.7 "URBNNE9949

a a a

lkeda wa Kohjiya (Ikeda and Kohjiya, 1997) fnw1n1swfiududndanidsléun

Y

INNTLUIUNSIUA-L2aUBUARNTELeNanT katauluenatinladu (butadiene rubber, BR) 1ilo

I

gsdmladuiuadluansazanewassievondlolauioamail 30 ssriwadoaduiig 24

'
Y 1

& ° ! ¢ A a ~ . = o Yy a &
Filue wazgnihanugliluasazansuesueadafiandiu (n-butylamine) Feimiiidudus

'
aaa =

UAfsenfaamall 50 ssrueadea [Wwnan 72 93lue wuinvunesdudydanindaunsien

9 Y
[

Ipazagsening 15-33 unluluns IuegiuANUmILLLYeINIT¥oNYI WanANTdnUINile

Y

eemleduniidudydaniuianluedusiieiiuedu winn1snseanefvesdanila

Andmsindanadugialagnse vilig1aladennuAuuagAIANINUNURDKIIRIEUY

a

Kohjiya Wwaw lkeda (Kohjiya and lkeda, 2003) Anw139n15d9tAas18 %8 uINTaNn"

Y

[
= ) U

IAnTun1elue19sssund (n situ silica) WeuSuugsaudavesianmaunadniiisuiunis

a a a 1

WY FANLUUNILAY (conventional silica) STUVNANYINAYDINITHESULTINILDUTNTANHD

Y

¥
a a =

g197run1sTanluledu (vulcanized rubber) Usinaududydaniiintuseujizelaa-
RaveumnsTionendlatay Wiy 31 @ ludlesns 100 @ (part per hundred of
rubber, phr) ‘W“U'iwﬂ'aumiL%auiaﬂ%ﬁmﬁﬂizmaﬁ’aLﬁuLﬁaLﬁaaﬁ’umm@u%mﬁ?ﬂmmﬂu
fpanaveeesssuni esandudydaniiauituduvesyleauea (silanol) vuiiios
AganuuUIlY faduSainusinserhsewinedanmie fuestosnindaniiuenssssuwd

AnnNsnsEaefvedudnaninaniinisleganiuumnly
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lkeda ey Kameda (lkeda and Kameda, 2004) ﬁﬂmﬂ%mm@ummsﬁuuﬂu
YoIBUTYIANMNIealaeU e la-laavesnnssienandleiaulug19sssund Inenluny

NIINITUILAIVIEEITNR IUAATZIONENT llau wazAududuvesuesuoalafianiiy

a a a

Tuih JelinadoUSunadudy@dmnnavuluenssssurantadlaiiunssuiunisiaalueduy
FeUSunadugyIanlugnssssunanduasiesilageds 42% lasdmidn YSunanisinizngy

VYBIBUNIABUTYTAN1ALLRUTUANUTU I NVRIBUTYTAN 1IN UTY Lagazlivuinaunin

a a a a

Usguad 10-40 UNlUAT bagAaiaUSUNuduINTANIANLINTU N15NTEANYRIVDIDUTY

Y U

o
a v !

FanluilagraduilaferfuunnInNIsAuTan1nIANITAT (VN-3) nviadanuinaud

]
o ada 1

Wanatunisiaiunsaneadudydanidmivenessuvianiiunssuiunsian luduasdl

[
==

AT LN TUMLUS U B UTNTAN L ALTY

Y

Das wazAnle (Das et al., 2007) AN NAv8INISIASENEN EPDM N51WHA2881S
WonUszau (silane coupling agent) Ao Ua (3-lastenendladalnsiia) wnszdala wag

UFuusaudfvetens EPDM lagnsiasuuseiigduay@ant wuiinisiineuniadudyaanily
&

unN3nguede19 EPDM MH1Un15nIMAAIeans TESPT (4 phr) TiuSunadudyadnigds

1
= QJQJ5L9J Qs

12.65 phr 8nviedsliandRdanalun1s@sulsavesBanIfn uenaninisiasunssvosenelng

a

UssAvBnmiiRdesiisdinsnssneiinesdaniluiossie Uszansamuesenaaduusg
Idannsmaaeulugdavesusadeu WeRansunisUSinauazvuinoynnvesdudydanily
WYiEnde19 EPDM 7iunnsnsmdideans TESPT wudnilu3unadudydani 5 phr waan
NADIYaNIIMILUUEDINI (transmission electron microscopy, TEM) wandliiliuinaynie

a a aa [ v aa o v ! a &
SUEN@‘LJGZWIUGUaﬂ’WLUUﬁ‘\]‘\]EJVIZJﬂ’]WiJﬁ’]ﬂﬁqJﬁ]@ﬂ'ﬁLﬁﬁJLLiQ”U@QIULuE]EJN

lkeda wazmne (keda et al, 2008) AnwinavesUadusieg Aeufisenlea-

a

waved waszenendleaulun1siindudnanilue1asITuyf warAIIULANAIIVBINTT

a a 1 1

n3geMILarauNIAUITanIlufs U ATe1vliaf1eg wudrdnsaufise 1vlinuesuea

a

18N Fa1iu (n-hexylamine) TiUSuauBu@ndaniastia 77 phr Fegendndaseuisevie

Y Y

uesuealaiiaafiu (n-butylamine) uazusineasaniiardu (n-octylamine) 1H03910AT
avanguIeeiIstU)isen nuluesuealendalulidnisazatengendiseuisenvila

auq uanndfmuindeiiuaututuvesinsufiten vlisunududydanidiauin

& 4{' Y aaa a wa & Y | = A o o A v
VU Lu@\if\]"lﬂmﬁLﬁ\?ﬂaﬂﬁﬂqmﬁN‘UmﬂﬂﬂqummﬁLLag‘llIlIGU'J GZNLlI@L‘Wllﬂ'l']llllsﬂ'g'ﬂglliaﬂ’]am]qlﬂ
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o aaa LY a o Y a & a a aa Y1 al & <@ = 1
Vl’]ﬂgﬂiEJ']ﬂULG]G]iBL@V]@ﬂ‘UISZILau Vl’]GLMLﬂﬂL‘IJUBUGUVJ“Uaﬂ’]IWQ’]EJ aﬂmaumﬂﬂ%mmmimy

JULLUNY

Chaichua tazAy (Chaichua et al, 2009) Anwineimunzanlunig

duAseyt Budydaniluansaraiee1esssunAW UG waziinInseneiives@anily

%
ada=

g1955TUNANATY Tnefulsd A idne loun anududuresiussuiiten sasrdulneg
Tuavesanszlonendloiausoun gamgiildlunisiinufsen warszozinanlunis
Anuisenlea-aa Ufisenlea-aariludniasaowasslalasyusu Insldussueaian
Fanfiududu 0.1395 Twandidususaufasen sndnlasluavesamseienendleaudeni
Ju 1 sie 2.7 aeldgamgll 50 esrwadea Wuszeziig 7 Ju awnsaduasieidudy
FanlildUsInmgeds 41% laedniin Sudyndandvuneunielasiade fo 84 wiluans

WATIN1SNTE AN IULHLBEN1955UINRBE9EILELD @ 1SUNavRINISANYIANURTIN duTR

[

N9ANUS DU amﬁ’awai’ammmqﬁﬁmﬂamﬁﬁu%w%ammwaqmumzmui’aﬂ’ﬂum%’u

¥ ! =

WIBUBUAUTANUNTANITAT WU TESULT I8 BUTYTANT TrA1Auvilayl

Y
[

(mooney viscosity) AnIuazilanlugda A1N15IdeFURAINA (compression set) AU kagdl

AU UFn19ANUTOUFWUN IS TTUVRINANAUTANUNTANTALALATS

Poompradub uazamy (Poompradub et al,, 2014) Anwinsfimanzaslu
mié’amiwzﬁ@u%m%aﬂﬂuﬁ'}maﬁﬁmj’]mﬁﬁﬂ%mmqﬂ Tneffuusdrfaaidnu 1dun
Uhinumsisiurdewsssionendleau Simdnlagluavesiroionendluau gunniald
Tun1siAnufAsen wazszeznanlunmsiAnujiseorlea-aa wuinazmnzaulunis
dUAsIEVBUTYTAN Ao UStnasansaadi 200 phr shsnduleeluavesirelnassienmend
lwiawdu 28 slo 9 meldgaumniivies iluszezinan 24 alus anunsadanseidudydanili

LoUsunaeeds 35% tnsdmiln vuinvessynaddnilagindoeglugig 12-15 urluuns o

=

n3dAs1zRBudyTanluiiensdited de ludndudeddddiazaiy Weniarsanauldsd

4 v L4

L39Ng (mmﬁmmmlﬁaﬁa ?’YJ’]MLL‘%Q AINUATUNIUNTIVAE) LL@%@’J’W&J@WUW’]UﬂWiaﬂﬂJWW) e S

a a aa

AUUATIAINUSOUYDILNTETUBTIALDUTNTANT NUINANITHESURTIAEDUTNTANNNLA

Y Y

[
Yaa

g198duUMTINE WaLANURANIIAIUAINUSOULAIRTUNINNISTLESULTIAIENITIITANLATA

n15A"
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Morseli wazaauz (Morselli et al,, 2013) Anw13aN15UTUUTI81e EPDM BunIs

a Aa

#5129 UFNTAN UL lo 819U UUAITAZANEA28NTLUIUNITIYA-LAA NUIIEIUIT

Y

14 = a a aa a1

dunsenduaydanilageds 40% lagumdn dnnsdmuinvuineyn1Avesdudyaaniiian

Y Y Y

1nYTUaUSH B uINIan U TLluT9 0.2-2.0 TulasunsdalAaaInn1sIesIEAn8nNa0 9

Y

aNIIALLUUARINTIA audRdanatazaudfdanadn vase19 EPDM ARIUNISIESULTINIY

ugnIINTAUIN TS UTBUiUE1 EPDM Ll unn st
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LASBINBLAZATNITNAADY

3.1 dngAuuazasAll

1.

10.
11.
12.

13. lelpaendaiuulalnoslsadaiuilus

14.

gNFITUBIR STR 5L

: Thai Hua Chumporn Natural Rubber Co.,
Ltd. (Thailand)

8199NALOY JSR EP33 (ENB = 7.5%) : Pan Innovation Ltd., Thailand

(Crystallinity = 58%)

3-paslsinsinlefinuedn
(3-chloropropaionic acid, 3-CPA)
uialalasian 99.99%

1ng2u (AR grade)

wNUDa (Commercial grade)
Aaslsnesu A

Wwasvienendleiau (AR grade)
uesueadiafiariiu (AR grade)
Zarpanlan (Commercial grade)

nIRaLRYSn (Commercial grade)

(Commercial grade)

Fauas (Commercial grade)

: Synthesized from osmium (lll) chloride
trihydrate (OsCl3*3H,0)
(Hinchiranan et al., 2006)

: Sigma-Aldrich

: Praxair Inc
: Qrec Co., Ltd.
: Siam spirit Co., Ltd.
: Sigma-Aldrich
: Sigma-Aldrich
: Loba Co., Ltd
: Pan Innovation Ltd., Thailand
: Pan Innovation Ltd., Thailand

: Pan Innovation Ltd., Thailand

: Pan Innovation Ltd., Thailand

15. Indefiaulnanaa (Commercial silica) : Pan Innovation Ltd., Thailand

16.

Fan1vtannaznau (Hisill-255)

(Commercial grade)

: Pan Innovation Ltd., Thailand



3.2 gunInluaziAzadie

10.

11.

12.

13.

14.

15.

16.

17.

26

NADANAADIVUIN 16x100 thaz 12x100 HadUns 31U 100 aon

ASTUDNHNUUIA 100 HARLUAT

Janesauia 100, 1,000 wag 2,000 Jaaums

WYNULAIAUAT WAL TOUFNENS
<

ATUNTILAAN

NITATHNTDI

\AseUNTRIANNALAS

(Parr reactor 4532) (2 liters)

99AIUAND NN

£

ADUFEYYINF

q o

e

AT

LATDIUANANADIGNNEY

\resindnuaznIAegy

(Moving die rheometer, MDR)
\3anasuaNTRf USRS
(Universal testing machine, UTM)
iSemadouanTRnuLSs
(Hardness testing machine)

W3 aITALUUTUFBENS
(Compression molding hydraulic)
\Iasiutuiogauaznaaaulelyy

(Ozone aging tester)

ieTasenimuylenlniiaslandunises

Nsuanasudusaannsalnil

: 3:“ Press react app 2L car

: KKK. Scientific Co., Ltd
: MMM Vacucell 55 R
: PROTHERM 5 alserteknik

: LAB TECH Engineering, Co., Ltd

Thailand

: TECHPRO rheotech MD+,

Thailand

: Lloyd Universal Testing

Machine LR 10 K PLUS, England

: REX GAUGE 2000 & OS-2 Stand,

UK

: WABASH

: TOYOSEIKKI

: Perkin Elmer 34 Spectrum One

(ATR-Fourier transform infrared spectroscopy, ATR-FTIR)



18.

19.

20.

21.

22.

23.

24.

27

wdosluseudunde suniuAnislouund : NMR 500 MHz, Varian §u Inova
awnlnsalny

(Proton nuclear magnetic resonance spectrometer, 1H—N!\/\R)
3saneslunsHwesn : Perkin EImer Pyris Diamond, USA
(Thermogravimetric analysis, TGA)

eesimeflsuduaaunuiaunaediues : Netzsch §u 204 F1 Phoenix

(Differential scanning calorimeter, DSC)

B g ITaear s CTI PRI A It : Model D8 Advance: Bruker AXS
(X-Ray Diffractometer, XRD) Germany
\P3sganssABIAnAToULUUARINTIA : JEOL (JSM-5410LV)

(Scanning electron microscope, SEM)

P0IavTIALBIANATOULUUFDIHY : JEOL (JEM-2100)
(Transmission electron microscope, TEM)

pdoeaaeUANTRIBNaNaTR : GABO §u EPLEXOR QC 25

(Dynamic mechanical analyzer, DMA)

3.3 LLUINIINITNNADY

WUIINITRaadk ULy 4 d1u fe

1.

3.

4.

M9WwiFENE9ssILYRLElAsAun (hydrogenated natural rubber, HNR) fisgsupany
361 49.5% (HNR 49.5%) 77.7% (HNR 77.7%) Wag 98.3% (HNR 98.3%)
mié’ﬂLﬂﬁwﬁ“u%mﬁﬂﬂmﬁasmﬁﬁmmﬁ 819 EPDM uazene HNR H1UnS¥UIuNg
loa-19a

M9ATENENABUUNA waznsTuIUBARLUTF

ASNAADUANURALTNNG bardUURAINUATUNIULElaUYBI819ARNUIN

IngunurauITeiauavesuil uaninagui 3.1
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a Ada @ al a
YNEITUYVMN gNNALBU 9965 TUTIA bElATILUA

l

Jadevasnantunszuiunsielasautu

nsduATIEBuTyIanadluiliess

NAYDILASIAS 999 US U UNNTBUTNTANN

U

Y19DNALDY Y1955 UVIR bELATILUN

JaduNiinanauSu1uduanTgand

Y

-ANULUTUVRIRTIUATEN

N

@

Uadeiiinadeusunndudyaan

-ANUUTUYRIRLIIUGATEN

lanmeimuganlunsduasgndudyaniluedifdusazessssunilalasdun

N\

vd‘d a

HEE19BUAINA WY TAN U195 TTUYIR

nszvINsIan luledu

NAFDUALUALTINANDULATUAIULLTIAILAINUTDY
L ASDMAFDUNITNURBWTIAIER
-LASRIMAFBUAIULD

“NAADUANUAINNANE I

NAFBUHGIUINEN

NadaUANURANUANUNIURB LD YUY

al

WSguigugaNau NS AN AU NaL N TETANWNTANITAN

JUN 3.1 UHueaide
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3.4 N1SHHTINYINSTTUVIRLTLATILURA

avange9sTINYIR (55 n3u) ludvhazanglngdu Usuins 1,200 faddns
(067 Twand) aslumauaziwaluiwg A udenione mansazasensadluinios
Ufnsalarudugeuunn 2 3ns (5UTl 3.2) nifumasazanensa 3-CPA flazangluansazany
Tngdu (4.73 Tadluand) leifinszfuanudusiadluasazatsens (Hinchiranan et al,
2006) wavnuthisiURAseesUszneudsdeuseaiilon (1.05 fadluand) udaimin
Tuuilldmissufizen (catalyst bucket) udathlundliludesiiladisau §Azenanelurh
youAieaUfnsainnuiiugs ssazansenazgnihinlaeinafiazanseganelusenislduia
lelnsioufinudu 13.8 11 (bar) FSATIN19N2U 600 SOU/UNT WL 30 W EIRINTU
oumiiia3osufnsallifs 140 ssrmwaidoa aeldnuduuialelasiau 27.6 U5 lne
UfAsenlelasdiududuiuidung 20 60 way 240 wril iemuANTEAUNNTBNF 1o
Uffsediiiunsunaudn anguvniiveaaiosufnssiauniigamnivies udnasazane
gesssunAlalasiiusildluanazneululenuea waveuiigeugnanaiionmgil 40 semm

ALY AIUUINTINAIN

gih'/"i 3.2 Lﬂ%ﬂﬂﬁﬂiﬂimmﬁuqa (Parr reactor 4532 (2 litters))
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3.5 N1SALATIZNIUTNTANIHIUNTLUIUNS LYA-LAa

Y

Y
a

ﬁwmqLwiazsnﬁmlﬂ%mL?JuLLciué’asJLﬂ%awmmam&nwﬁmamQﬂﬂawammﬁﬁaﬂﬁ

9 Y

(% v
a a & o

FAunI19 4 Tadwwns 817 5 Taalns kag e 1.5 Jadwss andudnduneaaulduwsly

'
a

waszianendluiay (tetraethoxysilane, TEOS) igaumgdl 30 asrnwaidea 1Uuiian 24

Y

(% (%
Y

Fludluvaoannass $1UIY 1 Ju/maon $1UAU 3 Tu ntuthTunadeuiiuaniagie TEOS
wugluasazarsusiuoadifiadulunasanaass fudsiviinisine fe arlunisud
ansazansussuatfianiiu 6-72 lus mnududuresansazansussueadifiaduil 8-192
fiodluan$ worgampilumsudansaransussuoadafianiiu 40-60 esriwadea a1ntuth

a

geuiarvianidudyganiuneulugeun 40 ssriadsaauivina

3.6 NI AATIZILATIAS1998981990AAN9

361  wammuylealnniasiantuyiseinsiudresudunnsaadninsalnd
(Attenuated total reflectance-fourier transform infrared spectroscopy,

ATR-FTIR)

11819555U%A 819 EPDM wageg HNR laannnisdaasizviiian 20 60
way 240 Wil lUneluduvdimegeuvennies ATRFTIR (3u Perkin  Elmer
Spectrum One) Tagdidnuiuasalunisauni 64 ASI ATMUAAY resolution WIAY 4.0

-1 1 = -1
T UASTRNIINANAU 4,000-400 w3

3.6.2 WUsnoudlpdesuuniunislanuugaunlnsalnd (Proton nuclear magnetic

resonance spectroscopy, 1H-NMR)

SEAUAINBUAT YsIzAulalnsAuty (%hydrogenation) 84819uAaE

a o v a 1 o a Aa (% a A A
wipanrsamuilaanmaia H-NMR 141819 HNR 20 faansu dnazangludifises

Aaalsnasy (chloroform-d, CDCLy) 3 Haddns Ngaumniivies waztlulnsgviaig

Y

1A389 H-NMR (NMR 500 MHz) (Varian $u Inova) Tnefidnuauasalunisauny 64 a5

Y

WUFRYYIUVDIMILITR (methyl) kagiuidu (methylene) NBNFINAIMALL chemical

shifts 0.8-2.3 ppm wagnudyginmedlaadifinlusaeu (olefinic proton) Jaduy
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TUsnouflaidufausingd chemical shifts 5.2 ppm ¥89879 HNR sefuamdusily

819 HNR anansadunaldainaunisi 3.1 (Piya-areetham et al, 2013)

+3B

SEFUANUDLI (%) = x 100 (3.1)

17 '
A ¢

We A Ao WuNlAdy Uil 0.8-2.3 ppm

Y

&
Weo B Ao WulAdyyudisilmis 5.2 ppm

fagalunsAIN SEAUANNBNGT (%) uansaglunianuan v

3.6.3 NMSLAEAUUSIEDNG (X-Ray Diffractomer, XRD)

° a & 1 Y = £ S o
U819 EPDM 'ﬁﬂLUULLNU‘UWQW}EJLﬂiENUﬂNalIEJ'NLLUUaaﬂQﬂﬂaﬁ MNUUUN

819 EPDM 1nsuuiildmegns udildinsizvianewnseas X-Ray Diffractomer lagnns

v o a

a Q‘ o 1 1 [y} (] % 1 ) a
ATIZI 1TUIELNUS 20 wirAu 10-40° Teeld Cu 1Wunuasninged Anu§anig
aunu 1 3ud/szeu Insaiuisasuiaraiusuiannutdundnlaanndnsidiuves

NunldgRavasmudunansdenuNiasILTavua (Ravikumar et al,, 2005)

3.7 ANSIASIHAUURTIANUSUVDIEY

3.7.1 qmmﬁﬂéﬁmlﬁa (glass transition temperature, T,)

W819555UR 819 EPDM wazens HNR fisesuanudusi 49.5% 77.7%
wag 98.3% U 0.5 nu ldluamezaiiillonuaidlunsduimuniainugadves
1A309 DSC Ju Netzsch, 204 F1 Phoenix naaaanigliniizusseinieveslulasiau
THlulasiaumanfuasnasduliielvigumgiinisnaas sogd -100 fs 0 ssriwaLTea

1n8flonsIN1SARINNSDUWINAU 20 BaFLYaLR 8/ U7

3.7.2 gaumainnsaaned

FIY19555UUR 819 EPDM waze19 HNR ASeAUAINDNAD 49.5% 77.7%

wag 98.3% Uszanad 10 Hadnsu unldluaiaunanitu (platinum pan) waatluldlu
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1389 TGA/DTA 3u PerkinElmer (Pyris Diamond) vA1siafgaunaiann 40 s
1,000 a9ALYaled AIEEnsITAINNSEN 10 BIFwaLlRydE/u1h Aglaussennia

TulnslaunensInistua 50 Jaaans/ulv

3.8 NMIATIENUTUBUTYTEN

3.8.1 ANISUINAIVDI819078 TEOS

Prg1adasrdausadukiuInInning 4 Jadns 917 5 Jaalns was
w1 1.5 fadwns Wahndn 9ntudiluudly TEOS figamgil 30 esrwaidea WJu
A1 1-48 NS TUNARANAABIIULIAANITUINFAT  AIUIINIAINITUILS VDI

&8 TEOS naunisi 3.2

. o M;
AINTITUAURD (%) = ——x 100 (3.2)

(% (%
Y

We M, = dinIunedeunsussly TEOS (Ay)

v Aa

M, = dwinBunegeundayly TEOS (nSw)

3.8.2 USunaududyaaniluens

SNa

FIEETINYIF 19 EPDM Uaze1s HNR NiiBudydanildludiensdila

(crusible) wéhluldlumusnauiougs (PROTHERM u alserteknik) fitiiugaimad

9 Y

aa

ngauiviealuds 900 esrnwalded Wunar ¢ il YSunadudyddniannse

@i"lmmléfmﬂaumiﬁ 3.3 (Siramanont et al., 2009)

- an w-.
JIuuaana (phr) = x 100 (3.3)

4‘ A soj L 1 U [
W W, fg  Ununeeganaum (nSu)
d 5 Y 1 a v o
Wo A8 UIMUNAIDEINUBIYIILIUAY (n3Y)

phr fie d@iuseevdruveseslagimin
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3.8.3 nswUasuulas TEOS

nsmANsiUasuLUas TEOS asnsamlansgunisi 3.4

o A"\
nslasudas TEOS (%) = WS x 100 (3.4)
4

=Y

W W, @ USunauddnfilaainaunis 3.3 (nSu)

w, fe Usnadanenamguiildanaunis 3.5 (W)
Sl(OC2H5)4 + 2Hzo = SlOz + 4C2H5OH (35)
FoghansAuandesazn1siasuLlas TEOS wanslun1AELIn <

3.9 YSunaue19u19 (Bound rubber)

USanauenaund e Ysmadivsuendedunsitenseninsiuineyniadanidu
dosnsitliazaeluavinazane (Aranguren et al,, 1997) 118195351R 819 EPDM uazens
HNR fiszfumuBNFIvnTY 49.5% 77.7% uay 98.3% NiBudyTant Jsdunszilanly
anudutuvesussueadfianiiu 96 fiadluans gamail 40 ssmiwaidea 1uan 24 dalus
Uszana 1 n¥u Tuuslulngduiteamgiivesdunat 7 fu mnduidunnaeuiiiiunisud
nazsegnsfiaraslulngduunrunszavnses udrislusulalngduigeumiusoud
oaumgil 80 ssmwaldea 1uian 1 Ju Usunavesensus aansaduaaildainauntsd

3.6 (Chokanandsombat and Sirisinha, 2013)

ng —W[mf /(mf +mp)J

Wlmp/(mf +mp)J x100 (3.6)

US1Nueneunin (%) =

1%

e W, Ae W vinvuesdunsisenseninedaniuasiiesns (nsy)
W fie  dminsusuveunagey (nSy)
me  Ae W wtinvesUSINuduaYIaNT (n3N)

(%
o Y

m,  fie  dwdnvesUTinee (nFu)
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3.10 NM3A3ENLATANEAILNTTTUFUEN9ARUUNIN

g aa

1J1819 EPDM waz819 HNR (S2AUALBNFT = 98.3%) Alilinazridudnaanids

Y

w3sulanAMeimunzan (ATUTUA3U AT 0.096 Tuans gungll 50 83

Y

waldea [Wunan 24 $9l9) vilrTiuSunadudydanuindu 4.5 phr waz 11.9 phr auasu

LINALAUBNTITUYIRLAZAITLATIA99 AUanITUAITNN 3.1 AIELATOIUANANYISLUUEDY

¥ '
a a

nNAINUNATNDY 1SUIINAITUIYISTTUIRLIUAARLTUNET 2 W9 nd9antutiiens

9 Y

'
v A 1 a a

1NN e NEBUTNTAN 1L UANEANAUS195ISUT AU T UL e e e Y 1Tuan 3 i

Y

®D. D

(%

NAIINUUABE Y 1N FApanlyn (zinc oxide) NsnaLiiusn (stearic acid) tslaatan@aiuule
Inezlgagaiunlua (n-cyclohexylbenzothiazole-2-sulfenamide, CBS) Wag Failes

v
o w a a

(sulfun aslvuafivens sudrdu WWunatedsas 2 wiil Auaugmgiiannaslalliiy 50
geraea dvsunisiudaninsanisaluuanauiuensray Tonsganiladusunariniu
YSuududyaan, PursBanunsanisdmdanngsmansandudoienduna 3 und
wazihunediefiaulnanea (polyethylene  glycol, PEG) é?fat,‘l“]umiﬁﬁdwmzéjuiﬁ
AnudAsenTamluedu Wuna 1 unit ndmniuidlddsiesnled nsnaidiesn lelnaenda

v

wilglnezleadafurlud wazdaes aslduaiuee audrsu Wulnatagieay 2 i

muAuaumvniiannasldliiiy 50 esriadea

wé’qmﬂﬁ?uﬁﬁmmawnéﬁlﬁlﬂmaaumé’ﬂwmzmsmgﬂ Usenaumie useln
#1g (minimum torque, M,) us499gegm (maximum torque, My) aMiEHAANNASTY
(scorch time, Ts,) waztIa1n13A3y (cure time, Tcg) FeLA399 MDR lngldgaumaiilunis
yadoy 150 psrigaLdea unan 30 Il n1u ASTM D2084-93 Inturinainisasglan
THlutumeunstusuiunaasy Tneldusifainuusnarudouiinruduliifu 1.5 wngma
@ (MPa) gaunadl 150 ssrwaldos muszornatlunisasguyesssildainnisvaaey
fhe edes MDR wdannduiistuslilidosnin 24 daludlugamagiives Taonguetvs
shumsTaalueduiiianeaeudifed 8195950918 (NR) 813 EPDM  Hauene555u917
(EPDM/NR) #19 HNR amna535u917 (HNR/NR) d1vsuensdusiifiududydant Tnoens
EPDM Uazen HNR MABunTannauenis 530w Zundeluiin In-EPDM/NR uas
IN-HNR/NR #udau d1m15uene EPDM Wauen9s554918 wagene HNR Naufiugnasssuyni

METANWNIANITAN 13eneDlUTN (SFEPDM/NR) 1ag (Si-HNR/NR) snuansiy
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(109418 su)Ayiakiod) BeYLU]IEKETIEM]
(1ei2JsWwod eoNis) LYLLUBLUILULE

%% 86 NULWILWICIELEUMYRE RWMILEYIRYLAMEEESNLR

G¢0 10 - - - - - _2ad
¢S 4 - - - - - S

- - Gh 0ve ‘9T YT - - - - dNH-U|

- - - ¢y ‘G1E ‘T2 501 - - - WAad3-ui

- - - - 0b ‘0¢ ‘0C ‘01 - - dNH

ov ov - - - 0b ‘0¢ ‘0C ‘01 - WAd3
09 09 09 ‘0. ‘08 ‘06 09 ‘0L ‘08 ‘06 09 ‘0L 08 ‘06 09 ‘0L 08 ‘06 001 daN

IN/INH-IS  dN/WAd3-IS IN/dNH-UI dN/Wdd3-ul dIN/dNH dN/WAd3 A-dN
NEURLMMLE

(1yd) pjmeLeraLien,

B LUELELRIEREWISLUM) M) UIEYIELIBLIEELRETVMR T°C WBLELY
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3.11 N1SNAFBUANURATINAVDIE19ANU1IAN

3.11.1 @UURANUATUNIUADLIIAS

nsvagevaNtRnIsAanoukardInsUITsfeauiouigungd
100 eerwaldoa 1uan 24 Halus WunsmagoumuLInsg I ASTM DA12-80
(Die-C) nrswwdsutusulasiidusnuiiunistuglandadunaaoudugunss
LULFILUA (dumbbell specimen) Tnedizuinauazuiadeuwandlusuil 3.3 Junaaey
%gm/lﬂaauﬁwm%"aﬂ Universal testing machine (UTM) 5u Lloyd Universal
Testing Machine LR 10 K PLUS firnuafang 500 faduuns/unil iilenaaeunisas
fnvassnafiiunisnsgludinarsrezdn a 9a1107 1910 extensometer  Bstu

A981998Y1NNNTIA 5 ASI LAIUILINALREE

-

JUT 3.3 FunadeuLUUANIUA

3.11.2 NIVNAABUAINNLTS

ManaaeUaNTRm NI TweeaTiHIuMIAT UL A B UL AL sUS 99
mnufouigamal 100 esrnwalea uiw 24 Fslug WunsmaaeunmLInsgIy
ASTM D2240-81 fhuia3esglsiitaes (durometer) WUU Shore A 3u REX GAUGE
2000 & 052 Stand TnsFunpaouiitnlddosdieniumun 6 Tadiuns waziadu
yadeuardpsdiinfilisunazuufuiiufinduiavondufinaasuuiunaaey eagyin
myineaudsvesensiidunssingg fu fegeas 5 90 lasazdunangeas 5 3undl

YINNSUUTNAT WaUILIMALRAE



37

3.11.3 @auUmananadn

nMsnagevautRdinatiorliaios Dynamic mechanical analyzer
(DMA) 8%e GABO §u EPLEXOR QC 25 aulAfivinsdnw léun wogdaayan
(storage modulus) uagdagryde (loss modulus) wagunuaad (tan 8) Tunadeyd
AINNNING 7 HadnT 813 6 Tasluns waznun 2 Tadiuns yin1smaaeuyiegmgd
-80 fis 100 sarwalByd onsn1siiauseu 2 ssmwailsa/uil aglausseinia

Tulasiau THNUANISNAFBULUULSIAIAALD 10 LB

a

3.12 duguingvesdudyadaniluiilosns

ﬁﬂ‘mmiﬂszmaﬁamaqaumﬂﬁu%mﬁamiuﬁamaaasmﬁ 819 EPDM uageny
HNR fisgdumududa 49.5% 77.7% uay 98.3% lagthensusazylanidudydaniusly
Tulpsiouwman wasniegadsiudassiniogsudathlunsuuutuneundes anntu
ihluindoudienes uagtndaIoindosganssailuudedniin (scanning  electron
microscope, SEM) §u JEOL (JSM-5410LV) fimnusneding 15 Alalaas ahumamauﬁﬁ%u%m
FanuazdannsanisAlaldiuiasesunndildainnisneaeunnudiunmuseusislunis

AATILNNTIINTLANLFIVBIBUNIRATANT

Anwvuineumaduaydaniluiliesnanail lneteauwsasyilanLdudnaan

lusiamensasdnslulasing (ultramicrotome) Ju Leica ultracut R aeldgumgivies
welunsuuaInnznenedwas (copper grid) ndsantiuinludeasmeiniaindeganssey
WUUADINIU (transmission electron microscope, TEM) i:‘u JEM-2100 Japan NAUF

o

fng 120 Alalas
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3.13 AufunIule lauvasgnsnalI2n

auUmANAUNILLelUYDIRIBEIN NAABUNUNINTFIU JIS 6259K 9ELATa4
Ozone aging tester 3u (TOYOSEIK!) Funaasulddauinniie 10 Tafwns 17 80

Ta8UMT LAZUUT 2 TaALUAT LRETUNAEBUILONEAMIULATBITUNUANSTUITUTTIZDIA LAY

Y

taeaniduszey 20% uiu 48 Tlusluile nasnudndigeuleleunianudutulelyy

a

50 daulusesdrudiu (pphm) fgamnl 40 ssrmwaded Wuan 6 waz 24 Falus leedl

Y

SEAUANMUAIUNIULD YU AIWEAIIUAISI9N 3.2

aseil 3.2 szumnudunuleleu (Piva-areetham et al, 2014)

AU USunausasuan

A-2 Ansosunndiuiutios Suueaiiusenian

A-3 AATRILANIILIULDY ANENTOULANLBYNIT 1 TadlUnS
A-d AATRILANINWINLDY AINNEITOULAN 1-3 Jadluns

A-5 AATRYLANIIUIULDY AINENTOUULANNINATT 3 TaaLUAT
B-2 AASEBLANSILILLNN BuLETusenUan

B-3 AATRYLANTILIUNIN AINUENITOUULANLBENTT 1 TaalUnS
B-4 ANTHLANTIUIULIN ANUYITOBUAN 1-3 HABLUAT

B-5 ANTELANTIUIULIN AIUYITOEUANNINAIT 3 LAGLUAT
C-2 Ansosunndiuautulidiy Sunesiuseana

C-3 WAaseslanduIntulidiy AnNgTeswAnLenIn 1 Jadluns
C-4 WaseslanduIntulidn ANeTeswan 1-3 Jadiuns

C-5 WNFBEWANIIUILTULLAIU ANNYNTBULANLINNTT 3 TadUAS
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Nam'a'mamLLaﬁmsaiwamsmam

4.1. NM5IATIZRLATIEI1NUATVDIE19TTARNG

4.1.1 myhnsegilasiasiaiingnadaenmuyenlniasinanduyisesnsud
Wosudunusaaiuninsalnd (Attenuated-fourier  transform  infrared

spectroscopy, ATR-FTIR)

NTIATIZALATIATINVDIBNEITNYIA (natural rubber, NR) &195550%77
lalas3ium (hydrogenated natural rubber, HNR) fsefuauduFLan1afy Lay
graefidulnsiauladu (ethylene propylene diene monomer, EPDM) lngiA3as
ATR-FTIR LLamﬁquﬁ 4.1 nanesu ATR-FTIR 49981953504 W‘umi@mﬂﬁuﬁ
Fuvtis 2,961 (Msduwuudinues C-H) 1,643 (MsduuuuBaves C=C) wag 835 oy
(M3duLULeYes C=C-H) Tuvaeiianesu ATRFTIR w8381 HNR fifseduaiy
Budfl 49.5% 77.7% waz 98.3% uansnsganaulutiafedTusesIIIA Wiy
”mzywmawaamﬂﬁuﬁﬁ']l,t,mq 1,643 (N3dunuuBaues C=C) uay 835 w3 (NMTFULUY
@Yy C=C-H) ﬁmmLG?J’MGUENé'i’zy)zmmamaammzﬁumi?juﬁaﬁmmﬁu LAZWUNIS

IO 1 '1 Q:l dl’ o 1 1 a i
AANAUTIAWANY 735 @u (NSAURULIDUDY (-CHp)) Fadudumisvesmguiian

Y

'
a

dun uansdnens HNR L‘T]usmﬁﬁﬁmmﬁuﬁzﬁjﬁaﬂaw%ﬁszﬁumiﬁluﬁaﬁqﬁwé’q
nMsviufisenlalasiiudu wardmudniiens HNR fassadailndidssiuens EPOM
FeaUnm3uvesens EPDM wunsganduiisiumis 1,462 uag 1,377 a3 (M3duluy
10999 C-H) uazsundsl 721 oy (n5dunuuseves (CHy)y) dadusumianis
gandudeaiuens HNR Fauandlififiudnens HNR uereifdnuvalasiaisndei

819 EPDM (Santos et al., 2013)
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/

(C=C stretching, 1643)

T (C=C-H stretching, 2661)
{olefinic C-H bending, §33)

HINE 4%.5%

/

(-{CH:):- bending, 735)

/

(-(CHz):- bending, 735)

Y Transmittance

HNE. 938.3%

S

(-(CHz)s- bending, 733)

/

\\ («CHy):- bending, 721)

(C-H bending, 1462, 1377)

3800 3400 3000 2600 2200 1800 1400 1000 600
Wavenumber (eml)

UM 4.1 ATR-FTIR awnn3uveee19s33uus 819 HNR Nillsgauainududiiniu 49.5%

77.7% wag 98.3% Lavey EPDM
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4.1.2 MIAATILAATIASIINNALAEATAT AR LUNURNLS I wuugaUnInsalnl

(proton nuclear magnetic resonance spectroscopy, 1H—NI\/\R)

NTIATIZALATIATINVDILNETIUYIR 819 HNR Laze1s EPDM fainadln
"H-NMR meéﬁ’a'gﬂﬁ 4.2 9nanndy H-NMR 9938195554917 Usznousie
chemical shift 7ifuvys 1.6 ppm Judyaralusneuveuia (CHy) Fisumis
2.0 ppm  Wudygaulusneuvesvgwfidu (CHo) uazfisumis 5.1 ppm 1Ju
doysuraulusnouveanyledilin (olefinic proton) laidusa (=c-H) Tuvaefiaunasy
383879 HNR Usznausng chemical shift fisuiia 0.8 %QLﬁué’@ﬁgwmiﬂﬁmauéuawyj

Y

\Witafidus (-CHy) wazdidumia 1.2 \Wudygradusnouve vy fidundus

1 (-CHy)
pdsaniutihdoyaananiuvesens HNR fnawisgiuiilélusummssdulelns
Uy Iﬂaﬁwmmmﬂﬁuﬁmaﬁag@mﬁwLmu'aﬁ 0.8-2.3 uag 5.1 ppm AINANNIST
3.1 wan1smuinsedulalsdiudunieseduanuduiivedens HNR uansdnsied
4.1 lowSeuileulaseadievedsns EPDM  wazend HNR nuinlaseadnavedens
s3suvAvdsaniulzelelasiiuduilassaiundeduens EPDM Adanady
Usgnausie chemical shift fisumis 5.2 ppm Wudmainveddusneuledfidnues

myjlofiauuesuaiiiy (ethylidene norbormene, ENB) Uag chemical shift fisiumis

aa a g

0.8 kaz 1.2 ppm L‘T]ué’zgigwmiﬂimauﬁuaqmyjLmﬁaﬁ'ﬁméh (-CH5-) UagnyiuAaunaudn
(<CH,-) 9uEU (Ute et al, 1999) fausiinlasiadiawesens HNR aedlannsud
chemical shift siuuUsLAEIAUE1 EPDM walassasnaniaaiionsens HNR ddnuus
Wulanediwesuuvaduassefiaulnsiau (alternating  ethylene  propylene
copolymer) (Hinchiranan et al, 2006) Tuvnizdiens EPDM filassadrauuuds
(random ethylene propylene copolymer) lng ENB ﬁﬁmmhjéuﬁ’mzagﬂuﬁﬂLL‘Vi‘Liﬂ

aeleUng (pendent) vosanelgnaNNNAINBUAY



3 1
NR H,C H 2
SN /
C=—cC
wwcﬁ \CH
2 27
1 2 2
A p, S
HNR 49.5% 5 .
H,C H HLC /H 3
C:C CH HC -
7 2
s H2 CHZ—CH2 CHZNW
1 2
HNR 77.7% 3 i 3
H,C H HiC H
\C:C/ CH HC/
/ ~ AN -
W G H2 CHZ_CHZ CHZNW
1 M_J
. -
HNR 98.3% 3 . ;
H,C H HLC H
\C:C/ CH HC/
/ ~ AN
s H2 CHZ—CH2 CHZNW
2
I A-k./\_J L
EPDM S
s CHy—
s CHy—CHo— CHZ—CH CH—HC #
1
r v T Y T ¥ T Y T Y T y T T v T v T Y 1
6.0 5.5 5.0 4.5 4.0 3.5 3.0 2.0 1.5 1.0 0.

f1 (ppm)

§ 1 U a dld U QI U 1 U
gﬂﬁ 4.2 "H-NMR @Unesuua9195554818 8719 HNR NU5EAUAINDNAININY 49.5%

77.7% Way 98.3% Lazey EPDM

a2
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M990 4.1 Havearalun1svinunsenlalasdiudu

A (W) seduAUBN (%)
20 49.5
60 70T
240 98.3

4.1.3 guUUNINSEAERITDIES

'
[y a

W9UNY19555UYR 819 HNR ALSLAUANUDUANYINAU 49.5% 77.7% way
98.3% Wware1e EPDM  Jiasizvimngamaiinisaaigiinigwmaiiameslunsiiwain

(thermogravimetric analysis, TGA) nelaussenialulasiauniisnsinisianiuiou

Wiy 10 asrnaalliua/undl nafllauansluguin 4.3 uasn1sei 4.2 NUIENETTUYIA

'
a v a

Hgaumaiinisaanesiisusiu (initial decomposition temperature, T,g) kaz@UNYIN1T
aawﬁ'ﬁﬁmﬂm’iamaﬁ?qmm (maximum decomposition temperature, Tima
Winfu 353 uay 382 sarwalivanudisy elTeuifisuiumeslunnsuvesens
HNR fiflszfunaudusauintu 49.5% (HNR 49.5%) 77.7% (HNR 77.7%) uay 98.3%
(HNR 98.3%) wuirflgamninisaanesisuduyintu 384 415 uay 437 esriwaldea
PudU waznugumgiinisaaeifisnsinisaaeiigegaintu 442 455 uay 466
psrnwaLld wansingungimsameiaufintudesyduaudusilulassaiafiuiu
uarnUine1s HNR 98.3% ilgaumgiinisaaeiisudulargumgiinisaaiodafisns
nsaanefiageanlndiRssiuens EPDM (443 uay 471 ssaneaidoamugdndv) sl
ansaesuelii esssunAdleunslelasiuduansadsunasiusygnio
#usglw (carbon-carbon double bonds or 7T bonds) Faiduiusylaudewsdliiu
fusEIAmMI0Tnan (CH bonds or @ bonds) AfANuFumMusieaieuLas
panTuadulan (Mahittikul et al., 2007, Piya-areetham et al., 2013) Fatuannge
ayuladnenssssuAndsndiuufasenlalasduduiianusiuniudeniuseuls

Wiguwinnuene EPDM



aa

T

-60 A

-80 A

TG %

-100 -

~140 1

—NR

—— HNR 49.5%
IR HNE 77.7% [ 60
-------------- HNR 98.3%

T
Py
(=]

[+
[t
I
3
DTG %omin

300 350 400 450
Temperature (°C)

500 550 600

JUT 4.3 wasluunsy TGA ¥99819535UYIR 879 HNR 7sgAuANNBNRLYINGY 49.5% 77.7%

Way 98.3% Layry1y EPDM

M13197 4.2 HAYDITTAUANNBNFIOYUNNINTARLMIVBILNETTUYIR 819 HNR uazens

EPDM
. o . 9unQiNTEaNYe qmmﬁmiamaé]’aﬁ
FEAUAINDU . . .
819 SUAY DNIINTHAYRAIGIEA
(%) o o
GNGARGIEER)) GNGR GIGHEE)

8NFTTUYR 9.42 353 382
HNR 49.5 384 442
7. 415 455
98.3 437 466
EPDM 92.5 443 471




a5
4.1.4 9UIAREWAITDIEN

1919 TINR 819 HNR Aiflsgdummdusiaviniu 49.5% 77.7% wag
98.3% Wave s EPDM lUlasgvinaumgiinaeuiimiemaiafninesisudeaaunuds
wAae3wn3 (differential scanning calorimetry, DSC) neldussennialulasiaud
§asnisliaamen 10 esmwadoa/undl wadilduanduguil 4.4 uazansnedi 4.3
NWUNYNETINVIRTUNIARIEUNT (glass transition temperature, T,) iU -60.3
parLgaLded wasnuinensTsuAndauUiATelelasiudu dseduanududn
Wiy 98.3% Slgamgiindeudauiutudntesain -60.3 Ty -57.0 ssriwaidea
Faanunsavsvenldinens HNR denuamnsolunisedeufivesanslafisinninens
5350978 (flexibility chain) (Lodge and McLeish, 2000) LLﬁm’jﬁﬂ’]iLﬂgﬂuﬁuﬁzﬂiﬁ

Juiuszinenlagiuuiiserlalasdiudu viliens HNR dangaumgiadiauiiiugy

ANUTTAUAINY
—NR
o2 €X0
2 ——e HNR 49.5%
T ——————— HNR 77.7%
N Y e N HNR 98.3%
064 N coeeee EPDM
N

DSC (mW/mg)

-14 4

-1.8 1

=]
(=)

-80 -70 -60 -50 -40 -30 -20 -10 0
Temperature (°C)

JUN 4.4 wiesluwnsy DSC 90981955549 819 HNR Nsedumnudusiuviiiu 49.5% 77.7%

W 98.3% wazens EPDM
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M3 4.3 NaVRITTAUANUBUMIADYUMYIANBULNIVEILETINYIA 819 HNR Lazend

EPDM
spAUAIBNGN gUNIAAELAT
o (%) (BeriwaLea)

Y195 TTUYA 9.42 -60.3
HNR 49.5 -60.2
. -58.8

98.3 -57.0

EPDM 92.5 -45.5

B (Mahittikul et al, 2007, Piya-areetham et al, 2013) luvaizdiens EPDM dlen

goumgliadenigindnesiledu fie dawiiu -45.5 ssrwaded uanslmiiuitens

= ! aa [ aa A & 1 1 a A
EPDM fiWuszszuingeriaunulnsnaunidanseensenisindaui

4.2 nMsfanszidudndanmluilesnsiunszuiunislea-1aa

[
[y a a a

MITYUANYINITIIATILDUTNTANINIUNTLUIUNIT A -LIALUBNIDUF D TAe

Y

a a o

Uadenanainiinasren1snandudnaani fe Usunauazsunisveiusyadvesnsvauluves

Y

1AS9A519819

4.2.1 Hav0dlASIA519196DNTUINA UM £ LaNDNT Lotay

nsneassiAnwInaveslasIEdiensienIsUIND (%swelling) Tutansy
loviendluiau (tetraethoxysilane, TEOS) figaumgil 30 ssmiwaifoa fananslugud
4.5 Tngg1aunazaiasmduniuruInnig 4 Tadiuns 917 5 Jaawuns wul 1.5
fadwns wiluwmessienendlaay Wunan 1-48 $alus Tnegrsiilélunisinund 2

USLLAN AD mqﬁﬁmmh@uﬁaqq AB YNEITUVIR Uagy19nTAINBUMIE Ao 819



ar

300

#NR  xHNR495% WHNR77.7% AHNRO83% ®EPDM
250 -
* L 2
200
eh
S 150
v
S x
100 .
ry
50
)
O T T
0 10 20 30 40 50

Immersion time (h)
UM 4.5 saunisuinmiluanszionendloiaures9sssuei 819 HNR wazens

EPDM igauuqil 30 adfiwalgys

EPDM uaz8ne HNR Aiflsgdiuainududasinaiu fie 49.5% (HNR 49.5%) 77.7% (HNR
77.7%) wa 98.3% (HNR 98.3%) 91n3U# 4.5 finan 24 Falus wuinszdunisuaud
Y9ILITIIUIA AU 215%  FadlArnsuandageninensdudinsasssianin

=

WBNIINTIINUIIAINITUINAIVDIYNTITUVIRDNAAUAATLIATRLNTI819BUA AD

9

LY

Tnadiss 12 alus vazfiensiifiannudusings #e 813 EPDM wazens HNR fiflszsu
audufwFoseiulelnsiiuduindu 49.5-98.3% wuinsziunisuiiivesenaiega
aunafing 24 lus wasiisyFunsuIndaindy 36% way 78-133% auddu 1o
finrsansgdumsuiniluens HNR wuiidlessduanuduslulassairsdunnguyinld
sefuntsuandaly TEOS anas Tasvhlussdunisuaudestagiuogiudsuins
%9977 (free volume) Auanselunisiedeuiivesansly (chain flexibility) tag
AVIUVUIMULYE9N 154 T91UI19 (cross-link density) (Costantini et al., 2008) Faun
gunpfindeuiivessnsudazvindnasoninuaiuisalunisindouiivesanslely

1AS9A519819 YN EN9TSEAUNITUINAMNLANANIAULL TEOS AatueNIsISUIIRNLIAN

gaungiadewiannige adiauaunsatunisindeunvesaneldlulassasneladiends



a8

aasavInally TEOS 1adndn (Lodge and McLeish, 2000) luvaigiansfisinang
dufags Ao &19 EPDM  Tengaungiindneuiigeiign uansliiiuinlassasiswesens
EPDM 1Julpseasefifimnuuds (rigid) imdeulmenndauinanaaveslasasisenau-
ns5Aau (Berechet et al, 2013) 11nn31tu 819 EPDM Sadilasaasrsanudundn
(Crystallization of polymer) unna1e9wdadue) F9813 EPDM Tuswideidusune
WAauYINtU 51.5% Ninanennudundnlulaseadravesens EPDM Ingnaainnis
o a [ = = a ¢ -:gl’ v a & 1 (Y = o
AMUIUSIIUANUTUNEN NIATEIIATIERNITIRYNUUSIEDNG 1iInAU 58% 991

Tntlsgaunsuinsialu TEOS teeiign

fa

4.2.2 YSinaumsdaaseidugydaniuazain1sildeunas TEOS vesenaviingnee

Wiaywllasngg Wian1suudaly TEOS Migauigil 30 aeAwadea Ui

a

EUASTLIAT 24 FIlue TR RNAANTUINAILEIIEgnINatiuasazaeuesNen

afianfiunenududuy 96 dadluans Nngungll 40 esAtwaled tanszauli
Wnuasenlalaslada (hydrolysis)  wazUjisennaulauledu (condensation

v '
) a a a

reaction) LOKNANBUNABUTNTANITU JUN 4.6n uansUSuududnsaniluiilosns

Y

v 1 v A

WU 24 Falas MIWERBUTYTANIgnIzauna Insensinulidudigs A

Y Y

=

§195550%A uavensiawBudigs fe EPDM Teynnadudy@aniiduiuamin
ﬁqmazﬂ%mmﬁaaﬁq@ Wiy 30.8 ez 3.5 dduluilesns 100 @y (parts per
hundred of rubber, phr) #ua19U d%Fue1s HNR wuusiesns HNR fiszduminy
Budannduain 49.5 f9 98.3% danaliiinnisndndudyddnianasain 17.6 Tl
10.4 phr fiiUTinadudyianmiusnsstusudunaidesnanssdumuuanies
gn9lu TEOS fiuansinedy waziilofiansanainisidsunwlaswes TEOS ﬁ'ﬂLLamﬂugﬂﬁ
4.69 Wuivian 24 Falus 6??'@L“fJunmﬁﬁﬂﬁlﬁ@mmau@amm Aswasuwlas TEOS
8195550115 TAn1sAsuLUas TEOS wirdu 52.9% luvasfiens EPDM ldans
\Wasuulas TEOS whityu 33.6% dadunaiiiosunainiuseiudaunssssninaefidusu
Tnsidusiliens EPDM iianisuaudaly TEOS 1¢sn waziiloRa1sanens HNR 3
sfuauduFiluYae 49.5-98.3% nuiifiAinisiUasunlas TEOS anasidniiesain

g9ETIUVR A UNsiUAsUwUaNVINAU 47.7-52.7%
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40

(ﬂ) ¢NR xHNR495% ®HNR77.7% AHNR983% eEPDM

. t

35 1

=
=
N
=
]
e
-5 i x
(=]
=
2
2 n [ |
'y 1
T
® ®
40 50 60 70 80

Immersion time (h)

80

(?j) ¢NR XHNR495% MBHNR77.7% AHNRDS83% @EPDM

TEOS conversion (%)

O T T T T T T T
0 10 20 30 40 50 60 70 80

Immersion time (h)

SUN 4.6 (n) USunauduay@ann waz (v) Ansivdeuwdas TEOS vesufjiselua-taaluens
5IUYIA 819 HNR uazens EPDM lagldainuidutduvesuesueadafianiiu 96 fiad

luan3 uazvigaungil 40 sariwaldes
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4.2.3 navasanuutuvauesuealNanfiusenisiinufinzenlea-1oa

\iles91nen3Bus EPDM waz HNR SUSinadudydanininiienssssusi
wn Fetuludndfednwinavesanududuresuefuoatafianfiudouiinadudy
Faniidanszianujisenla-19avesens EPDM Wwaze1a HNR 98.3% n1evdsain
sumdalu TEOS flgamgil 30 esmiwaidea Wunan 24 Halus aflszdunisuand
Winfu 36% way 78% AudRU e1siiunsuaNdudgnianquasluansazansues
ueathfianduiifisssuanudadulusog 8-192 fadluans gyl 40 earwalTya
Wuan 24 2l 910307 4.7 nuideriuaanduduvessnissuizeuesueain
fanfiuain 8 Ty 192 fadluand viliusinaduindanifinduain 0.35 Hu 3.21
phr Tugng EPDM (gﬂﬁ 4.7n) wazkinduan 3.11 Wu 10.7 phr lugns HNR 98.3%
(Ut 4.79) wazdsnalsdidnsUdsuntasos TEOS Wiuduain 3.11 1y 30.7% lu

£19 EPDM srauanslusudl 4.7n wagtiisnuain 13.7 10y 48.2% Tugns HNR 98.3% #is

v
< v A

wanslugun 4.7 Wesnnuesueadiialuluilsvanuseninaignanlufides fe

€

[
I~ o Y

8199131 TEOS wnsndiey uazinn1anidd fe 11 Aivszaudanunsavilvidianunse

Wnluinuffselea-1eadu TEOS iAmTududynTanilaunniu (lkeda et al., 2008) u

Y

a a

WlarinANUTNTUYRIISIUTTegandn 96 Hadluans USunadudyBaniuazAinig

Wasuulaswes TEOS danldunndrefuuininyielugns EPDM wazena HNR 98.3%

FatiuAMUNTUYRIUBSURaT AU 96 Hadluais Fudumnuuduivuiyay

a a

dmiufnuwinavesladudus den1suandudyadniuazaAinisiudasunlaves TEOS
foly
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Silica content (phr)

# Silica content BTEOS conversion

0 50

14

100 150 200

n-butylamine concentration (mM)

()

Silica content (phr)

# Silica content MTEOS conversion

0 50

100 150 200

n-butylamine concentration (mM)

100

80

60

40

100

r 80

F 60

L 40

51

TEOS conversion (%o)

TEOS conversion (%)

JUN 4.7 navesanudntuuesueatiiaiudeUsinasudndaniuaz Ansivfsuiuasues

TEOS #ivaan 24 $alus wazgamail 40 esriwaidoa (n) 813 EPDM uaz (1) &1

HNR 98.3%
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4.2.4 HavesRuualiren1inUiselya-1aa

nsfnynavesguainlylulfiselva-laaseUsuududyaaniuans
a a 6‘?1

AagUN 4.8 lnedgnuseasAiiemauniinmunzaulunsdunsendudndanilueis

Y

]
' al

EPDM uaze1e HNR 98.3% Litelilausunadudydanifndaminian lnggamgiin

$NNSAENYI A 40 50 hay 60 DIFLYALTYE AUAIPU NUUALTAINUIUTUYDIALT

a

Ujisenuesueadafiandu (n-butylamine) ity 96 fiadluais wuiilegumngiives

Y

D

n1svufAseninduan 40 Tl 60 esanwaldea diwaliuTuna udiydand

Y

Fuamedldiuulinfiugatudnosioens EPDM uas 673 HNR 98.3% Tnefiguvnd
50 esAadea Matlun1sinufasowvindu 24 $alas UfATelea-laavessns
EPDM waze1e HNR 98.3% dgidndnizauna Mlvlausunadudynaani wirdu 4.50
ohr way 11.9 phr audidiu lneszeznaivdeanuati 26 $2lue arliiduinnis
WasuvesUTBuTYTaN NN uaﬂmﬂiﬁaqmmﬁgﬁu ANNTUIDINTINAINTS
Wasuulas TEOS Suualdfufindusissns EPDM uaze1s HNR uansidnsiniaia
UiiseTea-aadainuntuduandusuil 4.80 uay 4.89 auddu mafinduressne
nsiinuisenatunsassuiglaainaunisendisifiua (Arhenius  equation)
(Watcharakul et al., 2011) agalsfn Lﬁaﬁmsmﬁqmmﬁ 60 DaALALTEE WU
Umadudydaniintuisuasdiuiolidnsivdsuwvaunninidledisuiunieii

a

UAsengaumgil 50 asrwaifea neluTunadudydanivessns EPDM  wazend

Y
(% '

HNR 98.3% #1afiuiiies 0.13 uaz 0.1 phr mudfu fanugamginvangaulunis

a a

dums1zdudy@aniluens EPDM wazene HNR 98.3% H1uujjizenlea-taa fe 50

Y

IFLYALT YA
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) 440 °C M50 °C A60 °C 1 (@) €40 °C W50°C A60°C

Silica content (phr)

TEOS conversion (%)

: : :
80 0 20 40 60 0
Immersion time (h) Immersion time (h)

15

(m) 40 °C W50 °C 460 °C (1) #40°C W30°C 460 °C

Silica content (phr)
TEOS conversion (%)

T : T . : .
0 20 40 60 80 0 20 0 60 80
Immersion time (h) Immersion time (h)

a a aa

4.8 wavesRamiidenisiinufisenlea-ealusu (n) YsuaBudydaniluens EPDM

CaN
<
=D

() AmsiasuLlasues TEOS 284814 EPDM (@) U%mm%uwﬁamiumq HNR
98.3% way (V) AnsUasuLUaIes TEOS U81819 HNR 98.3% (AMUIUTUYDS

yosupatiianiiy = 96 Jaaluans)

4.3 Fuguine1vasdudndaniluiiosns uazsusuiaesug

= U a a aa dy a
AN¥INIINTEALAMATUUINBUNIABUTNTANTWLHRE195T5UYA 819 EPDM
819 HNR 49.5% ©19 HNR 77.7% uaze1e HNR 98.3% 618nd0d9anssAtlkuudansin

(scanning electron microscopy, SEM) UagndodganssAtuuudadsiu (transmission
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Aaa a

electron microscopy, TEM) lagfaeg198199158uayaan1LaTena1nn1sidnnuiudues

s A

fiseufiseruesusainfianfiud 96 fadluans floungl 40 ssrnwal@ud 1ulan 24

9 Y

e WU BugnIEnlugesTINIATINIINIEANEFNALLTEDEA (FUT 4.90) IngaunAves

a a a

sudndaniinnisinigsalunguiou (aggregate) UINFNUIUALYINTY UALBRITANBLNA

Y

dugnTanluilognsninuduas Ao 819 EPDM uaneiagui 4.99 wuiteuniaganiiia
Manenguiuin AMeiuRsiafisuisiuss ey ENB Mdeiuaslendndadudu

MAnnseaaulmladrenIndnusnussienau-Insiauluaielavdnues EPDM waziile

'
a a [y a

#NTUPUNABUTNTAN UL HNR Nllszauaududinieg fudwuanslugui 4.9a-

Y

a aa

4.99 wuheyma dudydanuiansinznuiulunguieuninniteeiiiaulidud way

k!
HuuInveUNIABUTYTANUTEINN 36 UILWAT FaATIZINNGRY TEM Tugunmieumn

WHIaNA15UND9USUIUYINUNIAAILEAILUAITIN 4.4 NUINUTUIUEIUIINYDY

| [

B9 53IUYPRANTBUTNTENT (30.8 phr) FAiiu 49.1% wandliiiiuinesssuings

NIEABUIDOUATASENTLNINNLNNUTANLAR TallAudenrasInUWALA SEM wag TEM @4

wanalugun 4.9n Tuvagiens EPDM 7A8BUTNTANT (3.5 phr) dUSuae1suawiiy

Y
[

24.1% 1Hpanniivsunaduaydanidesluilioss waslidunsisensenineensiudanilinne

1%

wansluguil 4.99 usiilefiansanens HNR wuindesns HNR fisgdunudusfininiuain
49.5% 1Uilu 98.3% wuindivdunaddniananantesain 17.6 1l 10.8 phr audsu
uvtlsiiUzanaesundifiutuain 58.29% Tuidu 82.5% muddu Sediviinadiganinens
syaud sudlesnanmsfitusedfianasilianelsdinisndeulldentu Fuilteynia
SudyBanuAnmangnguiidunisesiusee uasvhliusinauiosns HNR fisundeiusy

gniveglungureteun1ndudy@anisuantlugui 4.9-4.93 Jsaunsaasulainlaseasng

eD_

' '
aa o aa o

geniliuszATIuINNdANamnsasen1sgadu TEOS lafndngsniliuszined vinlviin

mam%m@u%w%émﬁ@?’]Lmﬂqﬁuﬁzﬁﬂé’mmjwG’hl,mﬁaﬁtﬂuﬁuﬁmam sUdaauansnaln

Y

a a

nsAndudnganilueessunfaunsanandlalugui 4.10n vausfiens EPDM wagena HNR

Y

AAI18UN1ABUTYTANAR UM WmisTuszAlulAsIas et ldursanglednauas

anglavandsuanslusuil 4.10v uay 4.10A AUaRU
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BuFyTanluitlesns
Ingldaudutuvesuasuedtinaiiiu 96 Tadlua1s gaumgil 40 e waldya

Hunan 24 $9las: (n) B19555077 (30.8 phr) (¥) EPDM (3.5 phr) () HNR
49.5% (17.6 phr) (3) HNR 77.7% (14.8 phr) uag (3) HNR 98.3% (10.4 phr)
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A9 4.4 USU100819umAvedenasngg Aifisudn TN
SeAUNSBURA Usuauddn mmsdsuntas  USunaensune

o (%) (phr) TEOS (%)
NR 9.42 30.8 52.9 49.1 (2.36)
HNR 49.5 17.6 52.7 58.2 (12.0)
7.7 14.8 49.3 78.1 (2.04)
98.3 10.4 47.7 82.5(4.29)
EPDM 92.5 3.50 33.6 24.4(4.11)

fenududuuesueadafiandiu 96 fiadluas gungl 40 eswmwaidea Wua 24 Falus

ANJELULNINTFIY

¥,

[ . o
in situ silica particles (Oo &

\ L TEOS
W ;,F'A >, IO\\" #
E)r’d' P . V H,0, n-butylamine
e, \ ot
Cf" (6-2/" LN 4 (\Q
C\Q
o
NR
()
—-—-//-EFé\ >
_ ENB N H,0. n-butylamine
ra
EPDM (Ethylidene norbornene, ENB)
(A)
N Coe (e C=C ’-/ TEOS

(xS s

c 2 - ¢ H,0, n-butylamine
C:\O C=C % Al ty
=T
HNR

a

PS (
c‘c‘\—.cc
9
)f’ J d
.;
(i &
%"

R

("r

C

in situ SiO, generated in NR

in situ Si0, generated in HNR

JUN 4.10 wuudnaeanisiinduay@aniluiiios1sved (n) 819555093 (1) 819 EPDM (A) 819

HNR 77.7%
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v daa

4.4 FNYUN1IAIFUVBIYNNENTENINNNTTIUVIRNUE19DUAMABUTINTAN

ANBENITAITUVRILIETIUYIF B19WaN EPDM/NR wag HNR/NR Fifuayldfidu
Fy@anuazALEANINTANTA wandluns1edl 4.5 Uszneuse Aussdnangn (minimum
torque, M) usslngegn (maximum torque, My) nmﬁﬁmﬁﬂmimgﬁ (scorch time, ts,)
LLazLamﬁmQLﬁmmimgU (cure time, tcgo) WUIBNIHEN EPDM/NR ﬁmLLiqﬁmﬁ'wqm LagAI

wsadnasgranasilaLiiuysuiuens EPDM Tugneway luvazfignawas HNR/NR dd1useln

|
o

fnam uarussDagegaindudlouyTinmes HNR Tusnsnay uenaininuidussdnsan
Lazusa0nEIanvaeeN9sIIUYIR (0.13 uay 5.77 ATUIRULUAT AUAWU) dA1gendienanay
EPDM/NR fignstdauenanay 40/60 tngtiwiin (012 uaw 4.63 ind@ladfuiuns awaiiu)
uazilAnindnenanas HNR/NR (0.16 wag 7.75 adiasiuing) Ndnmadiugianas 40/60 lng
il wasidlefinsannanfiensduiansasgiuasnaifissesgy wudnsfiugiinmes
EPDM TugnanasvinlinanflenaduAnnisnaguuasiaa fiensasguuiutu Tag EPDM/NR 7
Snsndan 40/60 Tagviniin dnafiersduianisnigy 6.33 uiil wagailensasgy 9.49
uit Feldnamnuninenssssund (aflenasninnisaegy = 5.45 Uil uaznafisnsnsgy
= 949 uni) ilosnanlaseatis ENB Tugna EPOM Tanwdeslasienisiannlutadus
(Ghosh et al., 2001, Arayapranee and Rempel, 2007, Hinchiranan et al., 2009) LaWU21
gnanan HNR/NR SnanflensFininnsasgiuaginanfisnsnasuiidunitenssssund uangdi
619 HNR fi8ns1anaiedlasenisfanluwduganitens EPDM ilosannlulassaiisvesens
HNR fiusyaluaelendndsnaliindnsanuiedenisiamluduiganiniuszdues

EPDM ﬁagwﬂqﬁﬂuﬁwqmaqaﬂgiﬁwé’ﬂ (Hinchiranan et al., 2009)

a a

dnUaNYULNITAITUYRI I INANTILETILIAIEBUTYBAN LarBanNIANITAN

U

WUIBINEY IN-EPDM/NR - fidusadasngaiinduiantios wazAusidngegnanas oty

U3uas In-EPDM Tugnsmay 1ilosainannulaidnduaesens In-EPDM AU 819555977 vl
Aansifienyang (crosstink) 1alaid Tuvazflonanan In-HNR/NR fAussdamanuazisada
Qqqmﬂ'wﬁu efinUanas In-HNR Tuensse Lﬁmmﬂﬂ‘%mmﬁu%ﬂg%amiun‘fasm HNR 4
USHnaanntu 39ildenanas In-HNR/NR Sanaudeunniu.(Hinchiranan et al, 2009)
wonani wuiwﬁ%mﬁﬂﬁﬂqmLLaszmﬁﬂgqqmmmqwam In-EPDM/NR wa In-HNR/NR

9n57dU 40/60 agmtin dAngandngnawan EPDM/NR Uag HNR/NR aua1diu Ndnsidiu



o wa a Aa ida a aa
1319 4.5 aNUmﬂqﬁﬂQEﬂmaﬂﬂqﬂﬁiﬁﬂﬂqm LLag‘EJ'NNalI‘VllILLa%l@JﬂJau‘UZ}‘Uaﬂ"l

onsdIN  Usuned

(dNm)  (dNm) (dNm)  (min) (min)

A9 SaNAGHY Fann

Taetmdn  (phr)

NR - - 0.13 5717 5.64 5.45 8.72
EPDM/NR 10/90 - 0.16 5.44 3.84 5.09 7.87
20/80 - 0.14 5.07 4.93 5.60 8.60

30/70 - 0.12 4.89 a7 5.80 9.00

40/60 - 0.12 4.63 4.51 6.33 9.49

HNR’/NR 10/90 - 0.06 4.42 4.36 4.53 7.09
20/80 = 0.06 4.56 4.50 4.25 7.01

30/70 - 0.10 6.28 6.18 3.45 8.10

40/60 7 0.14 6.86 6.72 3.31 8.50

In—EPDMb/NR 10/90 0.5 0.12 5.34 5.22 a.78 7.92
20/80 1.0 0.12 5.15 5.03 4.51 8.44

3070 15 0.12 4.94 4.82 4.23 7.39

40/60 2.0 0.15 4.96 4.81 4.08 7.00

In-HNR'/NR 10/90 1.4 0.09 4.98 4.89 3.36 6.66
20/80 2.6 0.14 5.64 5.50 2.68 5.67

30/70 4.0 0.22 6.57 6.35 2.31 556

40/60 52 0.30 7.05 6.75 1.91 5.29

Si—EPDM/NRd 40/60 2.0 0.10 4.59 4.49 5.44 8.88
Si-HNR/NR 40/60 52 0.16 6.83 6.67 3.99 8.39

°19 HNR 98.3%

Sa a

b I aa
819 EPDM vilau NUan

{aa

‘919 HNR 7fidudn@ana

u

d A a aa Y
Y1WNANUUYDY EPDM/NR NAULFANILATANTITAN

“g190aNva9 HNR/NR MALTAN1LNTANITAN
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40/60 Taei1nidn Ineeaway In-EPDM/NR  Slaiuduiiisaidntaegain 0.12 ludu 0.15
WRTIHULRS haza1n 4.63 LU 4.96 WTUIFUUAT AIUSIFU haze19KaY INn-HNR/NR i
ANANTUINN 0.14 Uiy 030 WwaTHIfuuns wazain 6.86 by 7.05 B UIEULLAS
MUY 09N UTHBuTnaan1luilosns EPDM wag HNR fiteeunn (2.0 wag 5.2 phr
o =l a a aa I QI [ d‘ I @ )
MUaRY) waznisieyninduaydanudunsiuignaniduveswdeadueis vinliluans

YoLARDUTLAEINTY (Ahmed et al,, 2013)

WelUSguiigunafgnasuinnsasuuazaNenufian1saeguvesens nuin
g19NEY In-EPDM/NR - 1ag In-HNR/NR - S1L38191dUN318195 55091 ANNNEN T8I 19MEY
waNANTLIBLNAUTUIUE IN-EPDM wag In-HNR Tuegnanasiiia@uain 0/100 fis 40/60 lag

[

iniin nudaenasuiansasgUlasianignafianisaeguiivianduas Meiliileaunann

[
v A

aeldvaseslulntuiiuinvesdudnianvhlianunuimomylsaueaiifiufinnesdani ¥
Tﬁafmﬁﬁﬁu%m%aﬂ’lﬁmmdmiwiamﬁamiuw%’ulﬁﬁ (Yin et al, 2013) uaziilowIouiiioy
nmﬁmqL'%'uLﬁmmimgﬂLLammﬁ*&mmgﬂﬁuaqmamam In-EPDM/NR &g In-HNR/NR AUNNS
RudeFan1LIANISAIRUSINATANT (SFEPDM/NR) Wag (Si-HNR/NR) AU wude1ana
In-EPDM/NR Lag In-HNR/NR1%’L’Ja'ﬁ7ima§mﬁmﬂﬁmgﬂ LLammﬁmqmgﬂ (4.08 wag 7.00
U MIUAIFU Vo9819NEN IN-EPDM/NR) wag (1.91 wag 5.29 Uil muandu Uo9819masl
In-HNR/NR) tfooninenaws S-EPDM/NR wag SFHNR/NR @sldnandienaFuiinnisasgy
LLamaflﬁﬂmﬁmmﬁmgUﬁ 5.44 uay 8.88 Uil muAIPU veeeNEY SFEPDM/NR il
g19Na In-HNR/NR I%Lamﬁmqﬁmﬁmmimgﬂ 3.99 waw 8.39 Uil MU Llog9n
ﬁuﬂ’mm514%14%Emﬁﬂ%mmmgl%muaaﬁasm’jﬂ%Smmmmiﬁﬁ (Chaichua et al., 2009)

a a a v a

woN3INT Murakami UagAuy (Murakami et al.,, 2003) Anw1uiIveIdudyFaN1AUEEN"

insan1senlagmalla Atomic Force Microscope (AFM) WuiniuRvesdudyaaniiiusuiu
| ) | aa Y = o 9] a a a a

nylgaueatpninganunsanism Juhlvldaifenasuianisasgusasiiaiiensnsgy

#UNINSIRANATANITAN
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4.5 auUAINALAZNITNITLAYAIVBRUAIABUTNTTN IUE19WEN IN-EPDM/NR Uag In-
HNR/NR

Anwinavesduindaniiieglusns EPDM uay HNR 983% seautAifanauay
LE0ININNNAINTBUYDIEIKEN In-EPDM/NR Wagenanas In-HNR/NR 1ag In-EPDM uay
In-HNR w38131nUfA5e1l9a-19a209 TEOS ve181e EPDM wag HNR 98.3% laglduasuea
Tnfianflududu 96 fiadluans 71 50 ssmwaldea 1Wuan 24 Hilus FdlkUSanuBusyTan
WiNAU 4.5 phr tag 11.9 phr mﬂﬁ?uﬁﬂlﬂwauﬁumwasmwaﬁé’mwmumq61 Anwnauyf
WeNav081eaNTUAMUAIUAIUNIUABILIIRIEIER (tensile strength) szuzlin o4 AR

(elongation at break) wagA1mINLLTS (hardness) WERIATIUANTIN 4.6 uay 4.7

Tunsaifilaiflansiadunssuaznouvinseiieninudou ANUEUMMUABLSIFIvDs
e TTUIATATGN e aHEaN EPDM/NR Wag HNR/NR indasidiu uenainiilefiarsan
g19m@L EPDM/NR nudn fimnudnumuseussisanasain 24.6 Wy 12,9 wnywiada
(MPa) leusinauens EPOM lugnsnauiiiuduann 0/100 s 40/60 Taetmidn wawiile
RITUTELdn 4 9A1A NUTIYNETIUNIANAIEINTI81aHaN EPDM/NR ﬁnné’mwﬁ’gu
Entios danandlunisnedl 4.6 eiiJunaiosnanmslddhfuvesenoieaessin imse
szaumuduilulaseadefildwinfuse winsenssssumAtuens EPDM (Arayapranee and
Rernpel, 2007) Wofinnsanenanay HNR/NR wudn Sanudnuniusensefsanatann 24.6
Ty 12,9 wngmada warszordn u 90910 wuilimanasilouunuens HNR Tugiana
Wiudua1n 10790 §1 40/60 Tastviin wenand WefisnsamnArnnuudave senswey
EPDM/NR 4ag HNR/NR firiunistanluedulunisnsd 4.6 way 4.7 nuiaanuudaves
eranauiinannuan 42 1y 50 Woiuusunaens EPOM sty wazildiivduan 42
Ty 51.3 Wewfinusinaens HNR iintu lugnawauann 0/100 lugs 40/60 Tnevmiin
1199910819 EPDM wag HNR figauvnfindioufgeninenssssund vililassaisfinang
amiguiiosndn (Hinchiranan et al., 2009) ¥ilWenauan EPDM/NR wag HNR/NR fiAanuuds
§4N1187195 55U dlofiansanensnay In-EPDM/NR wagenanay In-HNR/NR 7isnsndau
10/90 20/80 30/70 ua 40/60 Tngtiviin wuinerawas In-EPDM/NR fU3u1aidudydand

Wiy 0.5 1.0 1.5 uag 2.0 phr wagnuIneewas In-HNR/NR SUSunadudyaaniwiniu 1.4
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00T X (BLINNRUISILILE / BEIEMSUINIER) = EMENEBALINIELUYS wux
MLELIBLIANIERILY

MEU G0 BILUBRIARNEIALEWIN TE8U 0T WA bLB

G'98 (€L'1)0¢Cs v'8S (61) 989 6ce (¥C0) 611 0¢ 09/0v dN/WAd3-IS

8'¢h (002) 0’19 089 (L€) 119 '8¢ (6£°0) 091 0¢ 09/0v

6'¢h (eL'T) 0'6b 099 (€2) €09 6'v¢ (I1v°0) 691 G1 0L/0¢

L'68 (ST'T) L'8p 0¢s (92) 165 Tl (bS5°0) C'61 01 08/0¢

688 (00'T) 0'SP 1¢a (Lb) L09 171 (99°T) 8°0¢ G0 06/01 dN/Wad3-ul

L'26 (00°T) 0°09 £'qq (02) 0¢9 £'ac (69°0) 6°CT - 09/0v

q'¢6 (00'1) 0'6v ¢'8v (0¢) 019 6¢l (92°0) 9°¢1 - 0L/0¢

106 (000) 0°LY 9'6v (91) 629 11 (cv'0) L1 - 08/0¢

V.8 (00'T) 0°SP 0¢s (91) 8¥9 ¢01 (€S’ T) V6l - 06/01 dN/WAad3

LS8 (00°T) 0'cp 9'¢cy (v1) 269 6C’L **Amm.ov 9'v¢ - 001/0 dN
DETENDEN DLMENDEK DETENDEN

1323

EWMUELUG,  DEIENELUMGU  LYBWELU%  DETMEMELUMBU  EWDUELU,  BEIRNELUMEGU

(V 2104S) (%) (BdW) (yd) UTWALILBUY TN

BLRBLIY
MLTMELLY BLRBL 18 ¥BRRAL MYPLTICUNLIAMLINLLY LUBRILLIEEN  BLBMEBLEWE

PLINNELUBBRLTINBUBUNLIYNIELCULUSRAGIEIE ] RETIEL AT BLRMGREM 9'p UUBLELY
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00T X (PEAANCUBNITS / BETENEBMBNIER) = PLIAMSALYNIELU xux
MLELLIEANIRRILY 4

MEU C°1 \@ﬂrcmm_&w?mwﬁrwgﬂ% LU 0T UNH BLBx

I43) (85°0) L'ZG c'qe (Lp) 919 9vl (be0) 1et 4 09/0v IN/dINH-IS

6'¢h (9¢'1) 8’19 £9¢ (5¢) vE9 8.1 (€e0) 6'¢cT 'S 09/0v

016 (GT'T) €8 6¢c (18) §19 eC'6 (06°0) 0’81 0y 0./0¢

V68 (L8°0) 0'LY Lve (89) 10L 069 (€C0) 6'1C 9¢ 08/0¢

898 (9L°0) 8¢y 6'6¢ (L1) 8S. 43" (c0'1) 6'vC vl 06/01 IN/dINH-UI

6C6 (€S'7) €18 6¢c (6¢) 81. 611 (1¢1) 6C1 - 09/0v

L'18 (09'1) 88 £'8¢ (¥9) 619 L (v'1) LT - 01/0¢
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LS8 (00'T) O'cy 9¢y (1) 269 6C'L zﬁmm.ov 9ve - 001/0 aN
DEMENDEN DEMENDEN DEMENDIN

XK

LYLYELUY% BEIMENELUNGU LYBYELUY BETMENELUMECU LYBYELUY% BEIMENELUNGU

(V 2104S) (%) (edN) (yd) UTLALILRU{ M

PLBEELY
vm»ﬁﬁr@@ BLRBE T3 YRRRRE PYRETICWILIATILYIELEY LUBRPILIEEN PLRMEELEWER

_,n?wrcﬁm_\rn@jwr@t@cﬁ@@b;&@ﬁrcmm@_ﬁ@?mmﬁﬁn@j_M$ dNH BLRREREM Ly WBLELY
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2.6 4.0 w2 5.2 phr dloFeuifiuiisnsdinwintuy wuineuFuNUAoLs IR INEY
In-EPDM/NR uaz In-HNR/NR #isns1dau 10/90 Tastiwiin fen 20.8 wae 24.9 wngwiada
MuAFU Beflmnudunusionsfieganinensaay EPDMANR (19.4 unzwiada) uas
HNR/NR (20.4 wwingwnada) suddu wenanidamuiiszesn a qnuiavedensus
In-EPDM/NR Wae In-HNR/NR §ifn 607% uag 758% mudidu Fadiasnninensnauiilifidy
SudyBant (648% uay 782% dmiuensnan EPDM/NR wag HNR/NR sudrdu) ilesann
mafudandunsduigneiifureandsasiugnsdsludnunensiedeuiivesluanaves
o3 dwalianelelinanaveseandouiiliendu uaszdamnubanguanas uenaindéamuin
AIUFUNIUAOWTIAIT8I879MAL IN-EPDM/NR wae In-HNR/NR #idns1dau 10/90 20/80
30/70 wa 40/60 Tneimiin fidnanas Tngenswea In-EPDM/NR Sfnsinfu 20.8 19.2 16.9
way 14.0 wngWIada mNa1aU kazlage9uay In-HNR/NR dAindu 24.9 21.9 18.0 uaz
13.9 wnewada auddu Fuanansned 4.6 way 4.7 Fuinnanuldidnfusening
In-EPDM 938 In-HNR U 81355507 danalvifiusunanisifionsing (crosstink) Tuenanaui

Aad asjwliﬁmué’qﬁmméhumumLLiqﬁqqmdwmau FPDM/NR tiaz HNR/NR LAntae

dlowdsuilsusnaunay In-EPDM/NR  wag In-HNR/NR #i8@s1du 40/60 1ng

1%
o Y

UINUNAUYI9KAN SIF-EPDM/NR — wag SFHNR/NR - MbaSunsiai8@annnsanisailaely

BNINAIUNINUVUSUIUTANINWNAY WUIN9KEY IN-EPDM/NR wag In-HNR/NR  H@na31a

IS 1

FuUYNUsELSIRLAZIEEEEN 0 9UIANINNINEeNEY SFEPDM/NR Uae Si-HNR/NR intiae

AU Lilefiansandugiuinetdiwanslusun 4.11 wudeun1ABudndaninseeaily

a

g79Nal In-EPDM/NR 1ag In-HNR/NR (5U%1 4.12% wag 4.123 asansu) lafnin@annse

N3AN (UN 4.12¢ wae 4.12a aud1dv) MellilesannddnunsanisAnianisinizidungs
fiou (aggregate) wanaNHmuinawinveteynIAduUdNTanTvuinanniwaziisunsise
5eINeNAUTANTIUENHELANTT (keda et al., 2008) denalvignanaunidudydan1daud

Bananfndne RHELIALTANMNIANITAT VULNAIAINLTIVOINNANNTBUTYTANTAT

TnaPeaiuenaNauR@uIaN1INTANITAN
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- .
\\ i

o 1O0Fn ’ 1 OMm
. STREC 15KV A2,000 16mn STREC 15KV X2,000 16mm

) , @ A ' 16
. 5 X / ' ‘ 2
g Y [ el :
- B m 57 LY — 100

[ 8 ) $'2J
L STREC  1SKUT  x2’9080 14»,'. o YSEREC 15KU. »X2,00Q 17um

16p m‘)

%2,000 16mm

a a

U 4.11 duginenveseanandifiuar iffusyaaniuSeuiiisuiunmaaiuusienswneda
NNIAN1TAT: () EPDM/NR (3) In-EPDM/NR  (Bu@iy@dn1 = 2 phr) (m)
SFEPDM/NR (8u@9@an1 = 2 phr) (9) HNR/NR (2) In-HNR/NR (Bu@v@ann = 5.2

a a aa

phr) e () Si-HNR/NR (augveani = 5.2 phr)

Y
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a

LHIBNITAUIANUATUNIUABNTUNLSINEANUTOUNRUNNE 100 DeeLwaLTea

Y

Dunan 24 4909 Tugnawan EPDM/NR uaz HNR/NR ifluarlaifdudydaniuseuiiieuiu

195550915 Tudu % sAsiIndsUussvesausBiBana (Geretention) Fananslumsnsd
4.6 way 4.7 WU %A1SASHIRRIUNLIIVDIAINUATUNIUABD LS IAIUDI19WE EPDM/NR
1ag HNR/NR flaniiutuniuuSunuens EPDM wag HNR ffiudulusnsuas iefiansanens
NEUAEPDM/NR wae HNR/NR Wwiniu 40/60 Tagtinmedn 1 %n1smsiimdauaisswesaing
FIUMIURBLITIAYINAY 25.3% Wag 11.9% muaisu %qﬁmgqndwmaﬁiim’la (7.29%)
iosarnlaseadneens EPDM uas HNR Lﬁuawaﬁﬁﬂaﬂuéuﬁaqa?ﬁa:ﬁauﬁ’ﬁmméimmwia
awdouldd vhlferanauiannuduniudenufouldaty (Hinchiranan et al, 2009)
uaNINT WU %A UiTTesTEEEEn 1 AT IAYBININEN EPDM/NR (40/60
Tnendmiin) (55.3%) ff1geninenasssuvd (42.69%) luvasfionanau HNR/NR wudn %nn3
AsndUisavesszeedn o 9nva Sldnanas WeRinnsaneands wuinian %n1saes

VRIUNLIIVBI81WAN EPDM/NR tag HNR/NR HiAgeninenesssuyabiunniin

1HIaNA15U819HEY IN-EPDM/NR wag In-HNR/NR wudnlil %n15asdivaauy
ISIFDANUAUNIUABLIIRG TzBzEn 1 9919 Lazaunds SAnTuianios Ny 1aKa
EPDM/NR tag HNR/NR #Inndnsiadiu aauanslunisned 4.6 uag 4.7 a1udinu Lledain

auMAdudyTaniluilesns In-EPDM uay In-HNR fivsunados waziianisinizngulungy

o

Ao fauandluzun 4.9% uag 4.99 MUEIHU LagnUIBUNIABUTYTAN1AUTARATY

2/ a a

wasuAuiou wartievibinisanemanuludaelgeslatinineranluisudnaany

Y

[
A a1 LY

wanaNifadlen %n1sAsiIviaIUiLTveandRBInanaIndeNaILANTaN LN AN AN LY
USinalganmawiniu Wesainauninsudydaniiinisnszareiiluilosanaulannitenawey
NFNFANULNTANITA (Poompradub et al,, 2014) wanladauaannaniaInAINa8a8

wadla SEM fauanslugud 4.11
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4.6 dUUALTINANAIN

AN INaYRINTLAUTNTANABANURATINANAINUBI819 EPDM/NR Tudmsiadiu

Y

g19KEN 20/80 Iagun N way In-EPDM/NR Tudns1d@iueanay 20/80 wag 40/60 1ag

uniniTeuiiguivensssuvanwanslugui 4.14 wazansei 4.6 wuirAlugdaasay

]
a

(storage  modulus, E') Fiaanuzad1ouA (glassy state) vosg19w@lN EPDM/NR %

Fa371du 20/80 Taetinnidn JA1ana91ng19sISUTIR 910 1.747 winzwiada Ly 1.476

wngwana tnenalutudlugdadeane1Tued Aumunde warn15 oIV IHEY

Y

[y

(Nabil et al, 2013) Tngluniseioraduldldinersman EPDM/NR dnannaalaldim
yosesaansrie liAnsnsinisTamlumduiiuintuiiefiuu3uiaens EPDM w1niy
W1z sEaUALDNF UYL (Hinchiranan et al,, 2009, Piya-areetham et al., 2014) i
slerFeuiioufiugnauay In-EPDM/NR fisnsnaautiieniu (20/80 Tnathwiin) wuinenawes

IN-EPDM/NR £1@1 E' Wiuunn@y (1,544 1singniada) wanein In-EPDM/NR Sianuudawnsa

a aa

1NTU (stiffness) UINTU Lio9anN15HBudnIanluiilesns EPDM wazens EPDM Sudu

Y

TAssasnanilenundadnaiy (Berechet et al, 2013) wiosuuUSunaena In-EPDM unduly
9@ In-EPDM/NR #18m31d3u 40/60 Tagtmitdn vinliluianavesenanay In-EPDM/NR &
USunstesinefiunniu v lillar E datanas wasillofiansanadl tan & gedn (the

maximum of peak tan §) Nwanefsluzud 4.149 uaza131991 4.6 WUIIBEITUVIRTIAT

a

tan § gsni1enanan EPDM/NR 7i§nsaau 20/80 Tagwwitin uansingnssas EPDM/NR 3

Alugaaaade (loss modulus) Nieenitenssssuwid eradululainens EPOM Tvusy

a & 1

SEUINLDNAUNUINTNAUNLTILTINN WALLBRITU89NEL EPDM/NR Wag In-EPDM/NR 7

g3 20/80 Inemiin Te1 tan O lumnsnsiunnniin iWesainy3unadudndaniden

'
a

fosun (1.0 phr) uwaziflewfiny3uaens In-EPDM snnTuluenanas In-EPDM/NR t8udl

gn31dau 40/60 Tnernth Budydani = 2 phr) wuIrwwaw In-EPDM/NR Ja1 tan &

a

anas uazifoulumeamaligeiu wansiteynirdudyTaniiniuseiudausaiuiiosna 8n

Y

Mounpdudnganmdiludavinanisinieuiivesluanavetenenay (Chaichua et al., 2009,

Theppradit et al., 2014) ¥ilfensuay EPDM/NR 7ignsndan 40/60 Tagrimiin fieh tan &

miigauazilgamiinaeungsiian

Y



2.00E+03

(n) —+—NR
1.80E+03 1 —&— EPDM/NR = 20/80
—&— In-EPDM/NR =20/80
1.60E+03 -
—e— In-EPDM/NR =40/60
1.40E+03
1.20E+03 -
/5".
¥
= 1.00E+03 {
o L
8.00E+02 -
6.00E+02 |
4.00E+02 -
2.00E+02 -
0.00E+00
-80 -60 -40 -20 0 20 40
Temperature (°C)
25

(¥) —+— MR
—B— EPDM/NR. = 20/80

—4&— In-EPDM/NR =20/80
—e— In-EPDM/NR =40/60

(]
1

tan &

Temperature (°C)

gﬂ‘ﬁ 4.12 auURLINaNAINVDIYINEITUYIR 819NEN EPDM/NR thazen9w@ In-EPDM/NR

waanunsiaabuedu: (n) lugdaazay () tan &
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A15199 4.8 AUUATNNANATNVDIYNEIIUYR 8196@U EPDM/NR waze9nay In-EPDM/NR

B T
o 1 % 1 g
MDY DI PRIG P ERNAGEY . tan O
(wnzwidmd)  (eeAlgaled)

NR - 1747 -44.5 1.93
EPDM/NR 20/80 1.476 -38.4 1.54
In-EPDM/NR 20/80 1.544 -38.6 1.60
40/60 1.394 -36.5 1.37

*al a P
VYUY -70 DIALYALYYE

YU

4.7 AMSNAFAUAMUAIUNIULE LU

HANTTANYIANUAUNIULDIYUVBILNETTUYIR 819Was EPDM/NR - 819w
In-EPDM/NR (8u@%@an1 = 2 phr) gnewas HNR/NR wazvensway In-HNR/NR (Buydani =
5.2 phr) LﬁﬁuﬁumaﬁiimﬁéﬁLLﬁNMgUﬁ 4.13 Tnanneildlunisnaass fe %uqmgnﬁq
gen 20% VeIANE AL Uihsanelelaufidanududy 50 dwludesdudiu (pphm) 7
gaumadl 40 ssmiwaldua Wuan 6 waz 24 alug MITeauRaYeIAIFuNule Ly
wamdlusnad 4.9 esniuszguesaiveu-miveululassairedslaonsaaesig
pondiadu (Cataldo, 2001) Tumsnssiudrmensinudusgs Ae 19 EPDM dlana
Frunusenuiouazeeniaduldd (Simma et al, 2009) MM MEBULNURTBIE
W&l EPDM/NR dagenana In-EPDM/NR Wisuiieuiuenesssuyinasaindiunisianily
wiudlesulelouiduia 6 $2lug wansfagud 4.130-1 wuienssssumnATauiunIy
lolguagluszau C-3 Ao nseeunndtuwiuiulisiu anugnseswantosnit 1 Tadiuns
isedvsinaiuszguasasueululassadadudiuiunin dwsuennay EPDM/NR wand
Ha5Udl 4.139-1 nuindanusnuniuleleulusefu B-3 fio insesuanduiumn ALe1
seuANtEndn 1 fadluns Yagfionawas In-EPDM/NR Wwanssaguil 4.13a-1 wuindaniu
mumulelauluszau A-3 A \insesuanituiutey Aug1Iseguanondt 1 Haduns
vidoiiUTnasesinvinanas osaneyniavesdudydanindunsizentuens EPDM vinlw
g19naL EPDMNR  vzasiinsesdnvinlsanaailedudatuloloy denalviorsay

In-EPDM/NR - Huszansninludiuninudiuniuselolaulad (Arayapranee and Rempel,
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2013) ilofiansaunenanan HNR/NR wazenawas In-HNR/NR Ao LAnsesuanduauiulidou
mwesesuantiesndn 1 fadwns ezl uiusesunniiliunnsisiuenssssundunnin
LaAnafasUR 4.138-1 uay 4.139-1 ﬁqﬁﬁaqmmﬂﬁ‘sLﬁ'aﬂg‘jﬁ%maamﬁaﬂumq HNR il
n1siinujAzeteendndulas (Pruttisirkul et al,, 2010) dlofiansanituiisesunnvesena
5I5UVIR 819WeEU EPDM/NR 819wal In-EPDM/NR en9meal HNR/NR wazenawasl In-HNR/NR
fiaan 24 dalus uanadazuil 4.13 nuduinesssumiisesunnuazdaunfanniy
‘Bntlen (UM 4.130-2) dw¥uenssan EPDM/NR Wag In-EPDM/NR wudndiannasinumiusio
Tolouegluszsiu C-3 wag B-3 Auwanslugui 4.139-2 uay 4.13a-2 muddiu Jeidninses
uanfiundu dedisuiunand 6 $alus desnnuiierseninslelaufuiusyifeainsn
fininszarinsleloufuiusse (Tancharerrat et al, 2015) innditu Wefiarsaniiuio
TRUUANYDIENHEAN HNR/NR Uag In-HNR/NR wudndiauduniuselelausglussiu C-4
FouanadegUil 4.139-2 uae 4.139-2 muddy Falldnsnsesunnilinntu Weaifeudunmil 6

Flua laganunsoagulainenasssuni@ enaman HNR/NR wag In-HNR/NR  SiUSuauiusy g

Y

a IS ] aaa IS -d! I J |
UNNVDIYWBITUYA LL@%&IG}’JLiﬂﬂﬁﬂ’iﬂ?@@ﬂLﬂJUN‘U@\iﬂ’N HNR &ilaa1u389lamaAl1

sumuleley wasinuiseneendindulad FlinadoantinuaiuniusenIuson Aty
YUNAUNUTLNDUAIYTEUINNENTITUVIAA UL D A UNTBUTNTANTAIUATUNIUAD

Y

TolaulanLge

A5199 4.9 STAUNITHANYBIYNISITUIIR 819Ndl EPDM/NR  #19m@l HNR/NR 190 @

IN-EPDM/NR Wawenawaal In-HNR/NR 7ignsnau 40/60 Taeinvein

F9819 FEAUTOULAN
6 Hlad 24 134
NR C-3 c4
EPDM/NR B-3 C-3
In-EPDM/NR A-3 B-3
HNR/NR 3 c4

In-HNR/NR C-3 C4
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gﬂﬁ 4.13 auifaudumuselelay (50 pphm) fiian 6 $alus @eile) way 24 Hlug

a

(1nilp) Lazomunnd 40 esAwaTed (N) ¥195550A (V) EPDM/NR Lag ()

q Y

a

In-EPDM/NR (8u@%3an1 = 2 phr) (1) HNR/NR (3) In-HNR/NR (Bu@iy)@ana =
5.2 phr)



uni 5

agUnan1Innag

5.1 a@gunan1innaas

v
a v fa

AR UANwINTHUATIwRBUTYTAN U lee e lAUBNAIge WU eaefiauy
Insiauladu (ethylene propylene diene monomer, EPDM) Laz814555u91@lglasaiun
(hydrogenated natural rubber, HNR) HunszuIunsioa-laaluszuuveuds Ingldinnsy

a a

vondleauduasnarulunsudndudnianissiisessuesusadofianiiu fdasula

Y

ANUTUNDUNITNAADIFIRD L UT

5.1.1 M IASIEALATIAS19UDIES

a 2/ a I 14 a 1
ﬂ'ﬁ’lLﬂi?%ﬁiﬂiﬂﬁﬁ?ﬂ%@\‘iEJ'N‘U‘U@G]'NG] A38MNAUA ATR-FTIR wag H-NMR

U 1 s

wude1s HNR - USinaniuseguesaueuilanasainenssssuudilonuuiizen
Talnsiudu wasduensfiidnvarlnssadadindrafugns EPOM uwalpssadnemiand
93819 HNR  fanwagilulanediwesivvaduvosofiauiasnsiiay (alternating
ethylene propylene copolymer) luaguzdiens EPDM flAssasamaaiivuugy
(random copolymer) WU317iaa7 20 60 waz 240 uit Wisziuaudusavinfiu
49.5% 77.7% uaz 98.3% suadsu lefinwaudfidannudou wuine1a HNR fan
Fumusomueuldaninenssssued wasiauduniuseaudeuiinaniuile
syfumLBNEINNTY dofinnsangaumgiindiouia wuiters HNR flgamniindne
uigedudiofissfumnuBuiauniu uenainiens EPOM Sgumgfindrouiagandiens
595UR ware1a HNR wandlidindnens EPOM ugnsfiinnuudaunsawaziinnng

waeuTivesanelgluianalaein
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5.1.2 Msdunsgvisudnaaniluiiless

g197IANBUMES FID 819 EPDM uazens HNR AisgAuaudusiviniu

a o I~

49.5% 77.7% uaz 98.3% Wisuieuensnilaulaidudigs Ae e19595u@ 1A
Winduveuesueatnfianiiu windu 96 fadluans Noumgil 40 samigaidya wuin
USunaududydanianainusedulsnnaiuseduesasusuiianas uenanidumus

% ¥ ¥ a ¥ ¥ = o

usydvesATusuneyagldvieefuilidaugiadewiinas JevilrduTunu

Y

Y
duayIanNTesniniuszaNiuvsanslendn dnvaroyn1adudndaninlaein

Y

1 ¥ v

ANENAIENADIaNTIAILUUARINTIARAZNABIRANTIARULdRIN W wudtluignia
YDIYNTTTUIIA wazdinsnsznedid luvasigairesniininudusigs fe g1
EPDM uazend HNR aun1adudyaniianisinignuiy 1neuuinvesauninsudnaan
Tullegnauseann 36 uluns WoAnwIANUTuTuYaIALIaUfATe nudnlowiy
¥ ¥ 6 a a = 1 Y a a a aa dﬁl
AudntureIuesueatianiu dwalisunadudyadniluilosns EPDM Lazens
HNR WsgAumududwviniy 98.3% HUSuuundu wagn1siiisgamiluniseia
Ufsenlea-9a dwaliUsunadudydaniiutuiisndndes fsunnisimunzauly

ANSEUATILIDUTNTANL UL EPDM Haze1d HNR N52aUAInNUdUAl 98.3% KU

Y

UfAsenlea-1aa A Anuuduvesuasueatifianiiui 96 adluais Meumgi 50

paFaRea [Wunan 24 Tl aUNTONANBUTNTINLIWIAY 4.5 war 11.9 du

TusSadrurauiiosna auasu

5.1.3 auURLB9nNave9819Ka@n In-EPDM/NR 1ag In-HNR/NR  ABULALMAIULLTIn28

AMUSOU

anURTanaluemnusiunusonsIf szezln o 9A910 AULDY LAy
guUATInanad® nuIne1awasd In-EPDM/NR 1ag In-HNR/NR A11uiunIuaensam
LLazmmmu%qﬁqaﬂdwwNam (EPDM/NR  thag SI-EPDM/NR) wag (HNR/NR ay
SEHNR/NR)  m1udndu  wenainisilofiansan svezda o AVIN WUINYIINAY
In-EPDM/NR  Wae In-HNR/NR Sld1seda i 9av1afiinndnensunas (EPDM/NR uag

HNR/NR #ua9u) waggandangnewds (S-EPDM/NR wag Si-HNR/NR a1sanav) i
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gndeaNLazUsIIAdAN v Wesainaun1ABuEyTanTautRnauuds

1 Aa

LaEinT3NsEaNefIfiANINBan1INsANISAY uana Nt Sanuinenawas In-EPDM/NR
autRmnusumusiensuasefigamad 100 ssmwaidea Wunan 24 dalus Adn
E9555UY1R 819mEU EPDM/NR 819was HNR/NR wasenanas Si-EPDM/NR 718nsaau
gnanaLLaz U aTaN Ty Tunasfionswas In-HNR/NR Slaud@anusuniuse
AsULLseTldupnaneiuanniTna e akal HNR/NR uwag S-HNR/NR 7Insidauens

LY

NALLAZUSHNUTANITIYVINNAY WONSUENURTINANATR WUINe9KaY In-EPDM/NR

[

fAnlugdaayauniinitenanay EPDM/NR 18nT1duiediy Laggnasssueii ua

WueeKa In-EPDM/NR denlugaagayidenninitgnanan EPDM/NR 8ns1diuend

NEULAEIAY LAZE N ITUYIR

5.1.4 AnuauMUleleuvee9Nay In-EPDM/NR kazenanas In-HNR/NR

guURAuAume lolguesgNanay In-EPDM/NR isuiu EPDM/NR Wagy
§19555UR NUIEaNEL EPDM/NR #ignsiau 40/60 Tnethwiin faud@inisnuse
Tolauldfnineesssuend iosainers EPOM  Wusrsfidianunudelelaulfs
UoNNTTINUINeaway In-EPDMANR  Iausrudunulelsuldfininensney
EPDM/NR 819138 INS120UNIAYeI8UTYTaNUANSuAATEMULIe EPDM viliAn
sansosdnuinlianasiloduiaiuloley Tuvaziinudunuselelouvesensua

In-HNR/NR fiauwananaiuliuinidnaineanay HNR/NR fUgn9555UwIR

5.2 YaLEUBLUL

5.2.1 msfinwnavesvliadnseujisennudnluens EPDM wag HNR weliaanldlunis
uiselea-iaa anasaslausuaBuydanuiuuiniy
5.2.2 AISANYINTEUIUNITITA-LAalUTEUUDY WL TeUvaITazaiey WeallSeuiiiey

a a a

Uszansnnlunisiindudndanilues EPDM wazend HNR

Y

5.2.3 msAnwInsEtuUsEaniamUsIadudnaanilug1s EPDM wazens HNR 19U n1g

nsmssgasauelgauneuhuihuiiselea-1ea
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5.2.4 msAnwnavesnediefiaulnanea (poly ethylene glycol, PEG) nseansaaulaiay

a

(silane coupling agent) lugnsveseaHaNMANBUTYTEN WalTeulguaudaiiena

AUYNALTLAUTANNTANITAN
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AMANUIN N

AUUAVDYN9TUART)

A1519% n. 1 auURV99819555U8R (STR 5L)

Property Limit
Dirt (retained on 44 aperture) (%wt) 0.04
Ash (%wt) 0.40
Volatile matter (%owt) 0.80
Nitrogen (%wt) 0.60
Colour lovibond scale 6.0
Initial wallance plasticity, Po (min) 35
Plasticity retention index, PRI (min) 60

A15197 n. 2 audRvesns EPDM (JSR EP33)

Property Typical value
Type of termonomer ENB
ENB content 7.5%
Ethylene content 51.5%
Volatile matter 0.50%
Mooney viscosity (ML1+4, 125 °C) 29
Crystallinity (%) 58

*

ethylidene norbornene

*%

Joyalaanmaia XRD



AMARNUIN UV

NNSATUIUTLAUAMUDUAD (%)

U NITATUIUTZAUAINUDUAD

H3C e . Hsc\c—c SHs Hydrogenation HyC H HyC CH,
/7N /TN SOHTHE SHHE
CHz CHy—CH; CHy VEWCHz CH,—CH, CHZ}
n n
Species 1 Species 2
l
|
|
1
|
!
l
|
= 1
i
R
Rl
W
A = o e = = ’\ - J‘\ ,)1/\ \\M\\ -
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UNHYQUIUNUALIURILAUS 5.2 ppm

A = NuNdry
B = Wudeyg audlnug 5.2 ppm
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A = 10C+ 7B
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SEAUANNDUAL (%) = NURLANANNLLAALALURAUNDUF/NUNLANATIN X 100

Y

[A—7B
10
= [A+W x 100
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A-7B

A+3B

x 100

AI9Y19NITANUI A = 597.67 wag B = 1.00

A-7B
A+3B

SEAUANUDUAT (%) = x 100

597.67—7(1.00) ,
X
597.67—3(1.00)

= 98.3%
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U519 TEOS =  Wuungnquinmadwy TEOS — Uanting19nauny TEOS

Usuuues TEOS 0.1519 - 0.0495 = 0.1024 n3u

4.2 MsAuauUsuIaUn (15 winvasdsuias TEOS)

USunauiin —  15x0.1024 1,536 N3l

= 1.536 4adans

4.3 NMsAUIUSYIMYRIasuaatfianiiu
wialuanavesuesuealiianiiy = 73.14

Tnelunsaifdldmnududurasuasuaatnfaiiy = 0.096 Tuans

1Usues 1000 1adans JUSums  0.096 lua
v ¥ o o aa - - 0.096 x 1.536
uUUSuIms  1.536 Uaaans USRS ~looo

= 0.000148 @
= 0.000148 x 73.14 N3y

= 0.011 ASY

4. 4 NMSAUIUUSUIUTAN

AIDYNITATUI

o~ aa Wy
Yuuan (phr) = — x100
W

(1)



dlo w, e UNUAAIDE1INRUNT (N51)
W,  fe YindegaesenaEug (n5u)
- an 0.0151
Jsuuaann (phr) = x 100
0.0495
= 3051
4. 5 Msmuraansasuulas TEOS (%)
fnB819N1SAUI
S|(OC2H5)4 + 2H20 =S S|02 + 4C2H5OH

USuna@dnmiangud] anunsafunlaainaunisin 2

lnginaluanaves TEOS = 208.33 niu/lua

UIALULANAVDITEN 60.03 n3u/lua
UfASe1wee TEOS 1 Twa = iadud@@nile 1 lua

x = USunauddanimangug) (n5u)

TN mE NN TUINT — U vting By x
waluana - waluana
0.1024 X
208.33 - 60.08
X = 0.0295
USIuBaN Mgl = 00295 n3y
YSinadamiilaann ¢4 = 0.0151 n3y
: - 0.0151
AN1sdasULUaY TEOS (%) = x 100
0.0295
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L UTuaudam Auade  dnudeauu
SPLRAN 1 2 3
(phr) (%) 11N 1U
(%) (%) (%)

YT TINYRA 30.8 51.5 46.8 48.9 49.1 2.36
HNR 49.5% 17.6 49.9 71.9 52.8 58.2 12.0
HNR 77.7% 14.8 78.4 75.9 79.9 78.1 2.04
HNR 98.3% 10.4 85.5 84.4 77.6 82.5 4.29

EPDM 35 21.2 23.0 29.1 24.4 4.11
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va a J v 1 oAl a I [
ﬁiJ‘UG]L%Qﬂaﬂ’e]‘uLL@%“@Qﬂ’WSUNLiQVIQﬂAWQQJ 100 asA@aLged vUuIan 24

il
%umu ‘T?umu ‘T?umu D4 . r
o ALRANY AIULUEILUU
[2PRINN 1 2 3
(MPa) UIAIFIU
(MPa) (MPa) (MPa)
NR 2441 2483 2446 24.57 0.23
EPDM/NR 10/90 18.03 19.05 21.03 19.37 1.53
EPDM/NR 20/80 16.81 17.08 17.63 17.17 0.42
EPDM/NR 30/70 13.49 1340 13.89 13.59 0.26
ADUNNT EPDM/NR 40/60 13.05 1356 12.19 12.93 0.69
IEN In-EPDM/NR 10/90  21.11 19.08 22.14 20.78 1.56
In-EPDM/NR 20/80  18.68 19.76  19.24 19.23 0.54
In-EPDM/NR 30/70  17.09 17.16 16.41 16.89 0.41
In-EPDM/NR 40/60  14.05 1355 14.31 13.97 0.39
Si-EPDM/NR 40/60  12.16 1173  11.75 11.88 0.24
NR 184 128 225 1.79 0.49
EPDM/NR 10/90 235 178 184 1.99 0.31
EPDM/NR 20/80 232 169 193 1.98 0.32
EPDM/NR 30/70 1.77 188 203 1.89 0.13
NAINT EPDM/NR 40/60 331 319 332 3.27 0.07
U39 In-EPDM/NR 10/90 202 254 235 2.30 0.26
In-EPDM/NR 20/80 213 228 201 2.14 0.13
In-EPDM/NR 30/70 386  4.71  4.03 4.20 0.45
In-EPDM/NR 40/60 547 520 536 5.34 0.14

Si-EPDM/NR 40/60 2.45 4.71 4.92 4.03 1.37
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[2PRINEN 1 2 3
(MPa) 1IN
(MPa) (MPa) (MPa)
NR 2441 2483 24.46 24.57 0.23
HNR/NR 10/90 19.64 21.77 19.77 20.39 1.19
HNR/NR 20/80 19.82 19.62 20.37 19.94 0.39
HNR/NR 30/70 1856 1583 18.01 17.47 1.44
nOUNIS HNR/NR 40/60 1436 1250 11.84 12.90 1.31
UL In-HNR/NR 10/90 2552 2551 2375 24.93 1.02
In-HNR/NR 20/80 2219 2177 21.83 21.93 0.23
In-HNR/NR 30/70  17.43 1840 18.11 17.98 0.50
In-HNR/NR 40/60 1397 1419 1354 13.90 0.33
Si-HNR/NR 40/60  13.11 128  13.47 13.13 0.34
NR 184 128 225 1.79 0.49
HNR/NR 10/90 110 101 104 1.05 0.05
HNR/NR 20/80 125 096 1.01 1.07 0.16
HNR/NR 30/70 120 124 130 1.25 0.05
NAINIT HNR/NR 40/60 136 173 153 1.54 0.19
EN In-HNR/NR 10/90 094 091  1.08 0.98 0.09
In-HNR/NR 20/80 160 163 131 1.51 0.18
In-HNR/NR 30/70 180 158  1.60 1.66 0.12
In-HNR/NR 40/60 243 263 236 2.47 0.14
Si-HNR/NR 40/60 190 200 183 1.91 0.09
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anURiananounagnadinisuisesioamall 100 esrnwadea WWunal 24

Fla
%ymm %umu %umu . 4 . 2
o ALRAY AAIULUEILUU
[2PRINEN 1 2 3
(%) 1IN
(%) (%) (%)
NR 689 680 707 692 14
EPDM/NR 10/90 638 639 666 648 16
EPDM/NR 20/80 610 637 639 629 17
EPDM/NR 30/70 591 644 594 610 30
nOUNNS EPDM/NR 40/60 628 632 631 631 2.1
LTS In-EPDMNR 10/90 654 607 561 607 47
In-EPDM/NR 20/80 626 585 579 597 26
In-EPDM/NR 30/70 577 613 619 603 23
In-EPDM/NR 40/60 631 568 634 611 37
Si-EPDM/NR 40/60 660 596 503 586 79
NR 284 248 353 295 53
EPDM/NR 10/90 361 333 316 331 14
EPDM/NR 20/80 325 295 . 316 312 16
EPDM/NR 30/70 261 320 302 294 30
NAINIT EPDM/NR 40/60 372 335 338 348 21
VLTS In-EPDM/NR 10/90 309 326 315 317 8.5
In-EPDM/NR 20/80 317 335 279 310 29
In-EPDM/NR 30/70 366 399 410 391 23
In-EPDM/NR 40/60 434 410 402 415 17

SI-EPDM/NR 40/60 244 403 380 343 85
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Fla
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[2PRINEN 1 2 3
(%) 1IN
(%) (%) (%)
NR 689 680 707 692 14
HNR/NR 10/90 729 783 833 782 52
HNR/NR 20/80 645 629 602 625 22
HNR/NR 30/70 614 665 578 619 a4
ADUNNS HNR/NR 40/60 680 747 728 718 35
UL In-HNR/NR 10/90 669 801 805 758 77
In-HNR/NR 20/80 642 757 705 701 58
In-HNR/NR 30/70 593 755 678 675 81
In-HNR/NR 40/60 612 674 615 634 35
Si-HNR/NR 40/60 660 567 622 616 a7
NR 284 248 353 295 53
HNR/NR 10/90 215 199 247 220 24
HNR/NR 20/80 203 196 191 197 6.0
HNR/NR 30/70 157 198 171 175 21
NAINIT HNR/NR 40/60 147 181 166 165 17
UL In-HNR/NR 10/90 175 230 275 227 50
In-HNR/NR 20/80 150 223 147 173 43
In-HNR/NR 30/70 157 157 149 154 4.6
In-HNR/NR 40/60 250 213 228 230 19
Si-HNR/NR 40/60 145 164 157 155 9.6
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Y Guumu %mm GU‘LN’lu . o alﬁul,‘ﬁl‘ENL‘UH
[2PRINEN ALAREY
1 2 3 1IN
NR 410 420 430 42.0 1.00
EPDM/NR 10/90 450 440  46.0 45.0 1.00
EPDM/NR 20/80 470 470 470 47.0 0.00
EPDM/NR 30/70 50.0 49.0 480 49.0 1.00
nOUATS EPDM/NR 40/60 510  50.0  49.0 50.0 1.00
UULTY In-EPDM/NR 10/90 440 460  45.0 45.0 1.00
In-EPDM/NR 20/80 480 480  50.0 48.7 1.15
In-EPDM/NR 30/70  51.0 480 480 49.0 1.73
In-EPDM/NR 40/60  51.0 530  49.0 51.0 2.00
SI-EPDM/NR 40/60  53.0 530  50.0 52.0 1.73
NR 360 370 370 36.0 1.73
EPDM/NR 10/90 38.0 390 410 39.3 1.53
EPDM/NR 20/80 420 420 430 42.3 0.58
EPDM/NR 30/70 470 450 440 45.3 1.52
NAIAS EPDM/NR 40/60 460 470  46.0 46.3 0.58
VLTS In-EPDM/NR 10/90  41.0  39.0  40.0 40.0 1.00
In-EPDM/NR 20/80 430 450  43.0 437 1.15
In-EPDM/NR 30/70 460 470 450 46.0 1.00
In-EPDM/NR 40/60  47.0 480  47.0 47.3 0.58
Si-EPDM/NR 40/60  47.0 440 440 45.0 1.73
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[Fananoulazndinsuuisaigamgil 100 ssmisaies Wunan 24 Halus

Y Guumu %mm GU‘LN’M . o ﬁ’;uLﬁENL'U‘L!
[2PRINEN ALRAAY
1 2 3 1IN
NR 410 420 430 42.0 1.00
HNR/NR 10/90 430 430 410 423 1.15
HNR/NR 20/80 470 455 445 45.6 1.26
HNR/NR 30/70 495 470 500 48.8 1.61
nOUATS HNR/NR 40/60 510 530 500 51.3 1.53
UL In-HNR/NR 10/90 430 435 420 42.8 0.76
In-HNR/NR 20/80 465 465 480 47.0 0.87
In-HNR/NR 30/70 490 490 470 48.3 1.15
In-HNR/NR 40/60 530 520 505 51.8 1.26
Si-HNR/NR 40/60 530 530 520 52.7 0.58
NR 360 370 370 36.0 1.73
HNR/NR 10/90 360 350 350 35.3 0.58
HNR/NR 20/80 390  40.0 400 39.7 0.58
HNR/NR 30/70 430 440 415 42.8 1.26
NAIAS HNR/NR 40/60 48:0 \RId7T5 NIV ATS 477 0.29
EN In-HNR/NR 10/90 370 370 375 37.2 0.29
In-HNR/NR 20/80 465 465 480 47.0 0.87
In-HNR/NR 30/70 430 450 440 44.0 1.00
In-HNR/NR 40/60 490 480 490 48.7 0.58

Si-HNR/NR 40/60 49.0 49.0 48.0 as.7 0.58




95

v

UseIRgi0suineniinug

a 3 s a

weinf a3Aadana tinleTui 3 dueieu w.e. 2529 dusanisdnuiluy

[ '
v v o = )

seAUtuliseNAnw TN 6 Anlsaseuinuiausia Smdansunnumuas e w.a. 2548

a

d15an1sfinuseaulsyyinemanstiudin @19 algnannssy AuzInelmans

o

Uszend unminendemalulagnszasunainssuasmvide Un1sAinw 2552 wasfinwisaly

[ a v oa

NANaNTINeIEanTNMIUdn a1valiinadla AMEINEIAIERS IRIaINTANIINENdY

Y

TuTnnsAnwn 2554
ANSUNAUDNAIIUINY

Ongwongsakul K., Poompradub S, Hinchiranan N. In situ silica generation
in highly saturated rubbers via sol-gel process. Oral presentation. International
Polymer Conference of Thailand: PCT-3. March 28-29, 2013. Pathumwan Princess
Hotel, Bangkok, Thailand.



	บทคัดย่อภาษาไทย
	บทคัดย่อภาษาอังกฤษ
	กิตติกรรมประกาศ
	สารบัญ
	สารบัญตาราง
	สารบัญรูป
	บทที่ 1  บทนำ
	1.1 ความเป็นมาและความสำคัญ
	1.2 วัตถุประสงค์งานวิจัย
	1.3 ขอบเขตงานวิจัย
	1.4 ประโยชน์ที่คาดว่าจะได้รับ

	บทที่ 2  เอกสารและงานวิจัยที่เกี่ยวข้อง
	2.1.1 น้ำยางธรรมชาติ (Natural rubber latex)
	2.2.2 ยางแท่ง
	2.2 ยางเอทิลีนโพรพิลีนไดอีนหรือยางอีพีดีเอ็ม
	2.3 ยางธรรมชาติไฮโดรจิเนต (hydrogenated natural rubber, HNR)
	2.3.1 ไฮโดรจิเนชันแบบไม่ใช้ตัวเร่งปฎิกิริยา (non-catalytic hydrogenation) โดยผ่านปฏิกิริยาไดไอไมด์รีดักชัน (diimide reduction)
	2.3.2 ไฮโดรจิเนชันแบบใช้ตัวเร่งปฏิกิริยา (catalytic hydrogenation)
	2.3.3 สมบัติของยางธรรมชาติไฮโดรจิเนต
	2.5.1 ชนิดของซิลิกา (type of silica)
	2.5.1.1 ซิลิกาธรรมชาติ (natural silica)
	2.5.1.2 ซิลิกาสังเคราะห์ (synthetic silica)

	2.5.2 สมบัติทางกายภาพของซิลิกา
	2.5.3 สารคู่ควบไซเลน (silane coupling agent)

	2.7 งานวิจัยที่เกี่ยวข้อง

	บทที่ 3  เครื่องมือและวิธีการทดลอง
	3.1 วัตถุดิบและสารเคมี
	3.2 อุปกรณ์และเครื่องมือ
	3.3 แนวทางการทดลอง
	3.4 การเตรียมยางธรรมชาติไฮโดรจิเนต
	3.5 การสังเคราะห์อินซิทูซิลิกาผ่านกระบวนการโซล-เจล
	3.6 การวิเคราะห์โครงสร้างของยางชนิดต่างๆ
	3.6.1 แอทเทนนูเอตโททัลรีเฟลกชันฟูเรียร์ทรานส์ฟอร์มอินฟาเรดสเปกโทรสโกปี(Attenuated total reflectance-fourier transform infrared spectroscopy, ATR-FTIR)
	3.6.2 โปรตอนนิวเคลียร์แมกเนติกเรโซแนนซ์สเปกโทรสโกปี (Proton nuclear magnetic resonance spectroscopy, 1H-NMR)
	3.6.3 การเลี้ยวเบนรังสีเอ็กซ์ (X-Ray Diffractomer, XRD)

	3.7 การวิเคราะห์สมบัติเชิงความร้อนของยาง
	3.7.1 อุณหภูมิคล้ายแก้ว (glass transition temperature, Tg)
	3.7.2 อุณหภูมิการสลายตัว

	3.8 การวิเคราะห์ปริมาณอินซิทูซิลิกา
	3.8.1 ค่าการบวมตัวของยางด้วย TEOS
	3.8.2 ปริมาณอินซิทูซิลิกาในยาง
	3.8.3 การเปลี่ยนแปลง TEOS

	3.9 ปริมาณยางบาวด์ (Bound rubber)
	3.10 การเตรียมและลักษณะการขึ้นรูปยางคอมปาวด์
	3.11 การทดสอบสมบัติเชิงกลของยางคอมปาวด์
	3.11.1 สมบัติความต้านทานต่อแรงดึง
	3.11.2 การทดสอบความแข็ง
	3.11.3 สมบัติเชิงกลพลวัต

	3.12 สัณฐานวิทยาของอินซิทูซิลิกาในเนื้อยาง
	3.13 ความต้านทานโอโซนของยางคอมปาวด์

	บทที่ 4  ผลการทดลองและวิจารณ์ผลการทดลอง
	4.1. การวิเคราะห์โครงสร้างทางเคมีของยางชนิดต่างๆ
	4.1.1 การวิเคราะห์โครงสร้างทางเคมีด้วยเทคนิคแอทเทนนูเอตโททัลรีเฟลกชันฟูเรียร์ทรานส์ฟอร์มอินฟาเรดสเปกโทรสโกปี (Attenuated-fourier transform infrared spectroscopy, ATR-FTIR)
	4.1.2 การวิเคราะห์โครงสร้างทางเคมีด้วยเทคนิคนิวเคลียร์แมกเนติกเรโซแนนซ์สเปกโทรสโกปี (proton nuclear magnetic resonance spectroscopy, 1H-NMR)
	4.1.3 อุณหภูมิการสลายตัวของยาง
	4.1.4 อุณหภูมิคล้ายแก้วของยาง

	4.2 การสังเคราะห์อินซิทูซิลิกาในเนื้อยางผ่านกระบวนการโซล-เจล
	4.2.1 ผลของโครงสร้างยางต่อการบวมตัวในเตตระเอทอกซีไซเลน
	4.2.2 ปริมาณการสังเคราะห์อินซิทูซิลิกาและค่าการเปลี่ยนแปลง TEOS ของยางชนิดต่างๆ
	4.2.3 ผลของความเข้มข้นของนอร์มอลบิวทิลามีนต่อการเกิดปฎิกิริยาโซล-เจล
	4.2.4 ผลของอุณหภูมิต่อการเกิดปฏิกิริยาโซล-เจล

	4.3 สัณฐานวิทยาของอินซิทูซิลิกาในเนื้อยาง และปริมาณยางบาวด์
	4.4 ลักษณะการคงรูปของยางผสมระหว่างยางธรรมชาติกับยางอิ่มตัวที่มีอินซิทูซิลิกา
	4.5 สมบัติเชิงกลและการกระจายตัวของอนุภาคอินซิทูซิลิกาในยางผสม In-EPDM/NR และ In-HNR/NR
	4.6 สมบัติเชิงกลพลวัต
	4.7 การทดสอบความต้านทานโอโซน

	บทที่ 5  สรุปผลการทดลอง
	5.1 สรุปผลการทดลอง
	5.1.1 การวิเคราะห์โครงสร้างของยาง
	5.1.2 การสังเคราะห์อินซิทูซิลิกาในเนื้อยาง
	5.1.3 สมบัติเชิงกลของยางผสม In-EPDM/NR และ In-HNR/NR ก่อนและหลังบ่มเร่งด้วยความร้อน
	5.1.4 ความต้านทานโอโซนของยางผสม In-EPDM/NR และยางผสม In-HNR/NR

	5.2 ข้อเสนอแนะ

	รายการอ้างอิง
	ภาคผนวก ก  สมบัติของยางชนิดต่างๆ
	ภาคผนวก ข  การคำนวณระดับความอิ่มตัว (%)
	ภาคผนวก ค  การคำนวณปริมาณความเป็นผลึก (%)
	ภาคผนวก ง  ขั้นตอนการคำนวณปริมาณอินซิทูซิลิกาในเนื้อยาง
	ภาคผนวก จ  ปริมาณยางบาวด์ของยางชนิดต่างๆที่มีอินซิทูซิลิกา
	ภาคผนวก ฉ  สมบัติทางเชิงกลของยางวัลคาไนซ์
	ประวัติผู้เขียนวิทยานิพนธ์

