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Effects of Silica Precursor Adding Techniques to the
Properties of Natural Rubber Silica Masterbatch
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Effects of Silica Precursor Adding Techniques to the Properties of

Natural Rubber Silica Masterbatch

Jindee Tuffrey

Abstract

The aims of this work is to study the effects of silica precursor (the preparation,
contents, adding techniques) and CTAB on the preparation ability and silica
dispersibility in the natural rubber masterbatch. Mixing time, stability during mixing
step, and ash content were evaluated to determine the efficiency of the
masterbatch preparation. Plasticity and FTIR spectrum were used study the
interaction between rubber and silica phase. SEM were used to study size of silica
and their dispersibility in NR phase, It was found that using CTAB resulted in best
overall properties followed by using pure TOES, water and ethanol TEOS diluents,

respectively.

Keywords: TEOS, silica, natural rubber, masterbatch, composite
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Tuanavesesanunsadnsesireudiadussifeuigumalisn visellegnin Fsanunsoiin
Wan (crystallize) e ﬂmﬁmwﬁmﬁaﬂmﬂqmmﬁﬁw (low temperature crystallization) 2%
Tenaudanniu - widhgamligueazsdeusias  uaznaudanimduluvasiinisiiandn
= A o . . . . o § v P wa a a oA a
Wesnnsdad (strain induced crystallization) vinlensflautmdsnad duAee1sazil
AUAUNIUGOLTIAG (tensile strength) AMUNURDNITANUIN (tear resistance) kazAIL
Aumusen1stng (abrasion resistance) g¢ MsldauvesesIIINA v 9 A
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Wty AeulswaankIunszuIunsuenaunlilyeswazueenuuNd vl
drahuveailosnslimnududutdy UTansiu wazadauety FeuheUsendarvudaazig
son1stluudszuse  tenvan laemaly Sdwusznaunang 2 du fe ileenauiia ( 25 -
45 %) wazd@runduvesdildldenslssanm 5 % dunuae dulvaidudn Wetwwiu

Y H Y a a & 19 = o Y v oA Y}
NTEUIUNILA  WenstuaziivSinaiilosnsns 60 % Fudupnuiduduiimunzauiunis
lUndn nandneeange

a o Yy o aa  aa [ H . @ ada H

nsWARUNENY & 4 35 3Busn lawn AsszireUn (evaporation) LUWAsNSzwMeUN

1o o 1 a g v Aa Y v 2z & = aad
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WiAnAsuvates  Ase  uidslfianudaenn  wasdufeasan Tnaw laud  nnstu
(centrifuging) 138 nsvhasukuuLsslagldiaseslunen  Wstunladivsunaiosnang
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o o H v a = . . & ¥ Y g v ) -
wian Ae Wieneturlawenluileas (high ammonia, HA) Wuthensduildanssnwanin ui
a = & @ 6 1 [y a & @ 6 901 a dydy a A =
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< gcf 1% @) = A | =% o o a = =l o I v
argmstivthealiunuiul lddeds Sainilundagelissns niens gelleeunde Wusu
Y] 5 44' N oA 5 v & jaaa a A4 a
gniiugened Wesnnuenlullenegluiiensazlududafiseonisiaaeg vseinnedduy
eeililanesiseuaunin insaiiaesds Uiesduriaweulanies (low ammonia,
LA) Wuhensduinldanssnenann  denseliowenlanfls 0.2 wWesidud swAuilouiia
0.013 Weosidud Jsrsenlen 0.0131Wesidud waznsnasin 0.035 Wesidud ASenin LA-
TZ 911370 low ammonia-tetramethyl thiuramdisulphide/zine oxide d@wnsuignewiia
ldUnameiludetesinwann wenannisldanstionquiloudia Jsdeenled wazns
AABIN AanaIkes Ananienstulssianaue ladnsldanshisnwaninngudu wu wen
AgswiunInaesn  wsensavesnTaNAunsaaesn (udu thenswliauenludlesidlve)
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decantation) 35lgluiduntewendruveniiosnmndiwvensgy Tnsguinlniidu
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1.23.1 a1saaduadunsd Ivatevda Wy 1nndu wad Wuasiufvansuyu lag
agldlutiiens 0-100 phr udanusaldléde 400 phr wenanillaun dan1 Taevhluldud
preciptated silica waz fume silica 9193xfpufnssAioUsumAITuNIA-Ae wazifle
dneuansnsalumsazanels TneviluwSouegfienuduiu 15% wa/ana Wumsdib
FuniflandRidSunsiiian wealounfvown Wuasiuduasdunu § 2 1nsa 1nga
unazBeauaznIannazney Tasnsannazneuii  ewilloseudaszresunaifounsuaiun
naveginy Fanshliluanmuaiesvesheadld oraudluldlasldladeuaivounadly
Antlen uuBsudauinnsannaenou wuhimslfnutuhessssmnidofiuauuuss



uazmmoudovvedin  willfemsiefs Ao asiilsanaznouldhedosmnday
QPRORIRTRERK

1.23.2 arsiudungudunsd Taemluasngumedwesiildanesssumiaviens
Awosfuarzilasfesdimausuviomawlsasinfunguiinfuens  Tnglisunuan
iaes Lﬁaﬁmimwmﬁéf’gLauﬂdmﬁﬁmLﬁmé’umﬁ%mﬁ’uﬁwmﬂﬁﬁﬂdw lesananudu
Suvddansdudiorduiens anstadundud Iiun wedwesdiatu wlare q Tneviluidy
densiififonediwesinn Te qqndﬂﬁwmiimma Fagn Tg ﬁQQﬂ’j’]EJ’Nﬁiimﬂaﬂfufwﬁﬂﬁ
AR uanuudeiiald dhenanduil wu thensiidd denndueslasian ihenaeadens
yinszualaiugs WWudu venanisdiansnduistu Andiu viie navidlanodiues wedles
flfuatuusaiiduensiiiadla Ao thenmedginu laenuhiinsandvstnslunsldh
mqwaﬁq‘%mm‘%uLmﬁuﬁmaﬁiimwmumsmﬁmquamﬁaimsmmaLﬁumimmmﬁummz

uan (burs pressure) lnglianusuinsvuguan (burst volume)

4.  Fan uaz dlawuaigan
Fan (silica) Wuansmifnuszmasuussiignidlugaavnssusine 9 wnune Tag
Fupziannaiulseneuvesdanaulnoenlas (Silicon Dioxide SI0,) sdanaulneanlusiiu
wAntumusssund Tnevhluannsoutsddnansssumnd warddnannisdaesied @9
Usznause weAesiianudundngs uasnedwesfilifirnulundnvioodugiu Ssans
Fufudmndanduasginndneeninagiiuuineynie uazuiIR I AuN1sUsTENALY
auiAfiddyredanmiifendostunsaiunsdusn Ao auimeynia  Fanidvuin
sumAdnaglfnnuiunusiensis msinuia uaznsidenddigs
alpwupsdant Aunulae Werner Stoéber, Arther Fink wag Ermnse Bohn Tud) 1956 W

'
=

Humedansiedsudanfifiuneumavesigaiameluaitame  (monodisperse) @
anunsowieadanldluseduuilumns vdnnsfie 1 wasedaRadaing inuFAseduih
Inefiuoanegedidusvinazats  wazwenludadudanszAunsiinUfizen dauansieng
NNSLEIBUTANT 910 Tetraethyl orthosilicate (TEOS) Filuaun1sfi 1 almuesdaniandud
Sinvsedundulasiilufie in-situ siica 38 sol-gel silica iumadinmsinioadanmss
nanfidieunnaudslagiumEaninamuANIUIALAE M INTENBTBTUINEYAALANY

TnensuAmuaudndueIaIRiusar IS Kafegnefiuandunmd 2 uonaniss
fitaduduiiinadoruanarnsnszaevessunneyniavesani 1wy gumnd”  wiaved
2-4)

s ( @ v
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SI(OC,H5); + 2 H,0 = SO, + 4 C,HsOH (1.1)
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MOL ZLITER H,O

AR 1.1 LAAIANUENRUSSEIN9ANLI Nt aaikaskanlusevunuesRan e 1Y
MATZLNTATANG WY 0.28 Tua/ans waztansiusaldusiyinazans
iy : Stéber and Fink (1968)
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wludamitnauiuierudrdulngesnaalnonsnauuluganmisivisluioman
W viouuy in situ willinguszasdieldendlusuiname fuur@anlusUenawiadudou
Tng) Tnowmedaifludimdesdonfnusunnmszaduisineasivssavsnm Tnensuay
dndlvgasihlsauiiaulafnvnaautuiesssund - wiseisliiAniiselelaslad
Tnafiansuanludeduasnssiumsiinuiseviealaesdaniseiuelite ey
gampililumsinjiseneaduiiguvgiiviesdefigainitgumgivies Tnsusuailauinld
1?‘14@'@145?1’7@

Tu¥ 2008 Tangpasuthadol et al  I#fnwmatrdeunanesuunddanduiylng
Tdensdu 60% wliaueslanilogs (0.7%) Tnensld tetraethoxysilane (TEOS) adlulasnss
futhersudaniu 10 wifl fgamgives wddnhluifvlunmuzuissuulauazeaulugou
50 esriadea Wuna1 5-10 fu lagwudt TEOS ansnsawdsududanisle oo- 97% il
N15AUMNBUYRITANEY LLavaWﬁﬂa TEOS WsiAn@anilagegn laitAu 20 phr fosann
Homnsduimeshenstues el msldasgauiutislanifinnioniweesenstanm
lugatufsmanine uaglul 2009 um%ﬂqmuhﬁﬂmmumumwamawummﬁﬂa%mma
ANNENINTRIUNSYINERSLUNE  leeldend@nen  vinyltriethoxysilane  (VTOS)
ethyltriethoxysilane (ETOS) wa i-butyltriethoxysilane (BTOS) USsuiiguiu TEOS 1oy
TEmawlsuuuifiondu wui WenSsuidisuds TEOS uda lawz VTOS whily filsian %
conversion lunsiin@anias uazlmauiiivyhdadiuunlduedladinsvunssfuagnis



a =3 o Y oy aoa (6)
NUNTINNVINENUVU LLG]EJQ‘WUﬂ'Ti"i]‘UWJLﬁUﬂQNﬂBUQQBQLsﬂULﬂM

0C,Hs
cgﬂﬁo—sl.i—c:c:HS TEOS

OC3Hs

'?CEH 5
CoHO—SI—CH=CH,  VTOS

OC5H,

‘l}CJHs
CHO—Si—CH,CH,  ETOS

(le“;_H;,

?{:.“-!HF.
CHAAO—Si—C Hg‘CI'H‘ CH; BTOS
OC;,H; CH;

Ad 1.2 Tssadreansnedani
w1 : Siramanont et al, (2009)

1uT 2011 Tohsan et al l§Fnwranisuusarsduduvesieonsdui 60% 30% was
20% Taeldiindudoaaudrddd TEOS fu n-butylamine (#3an-octylamine) lagaulwan
ﬁuﬁqmmﬁﬁaq wavauseil 40 esrwadua [Wunan 24-96 %L'JImLﬁasLﬁLﬁﬂﬂﬁﬁ%mamgiai
WUQT %conversion maﬁﬁmagjﬁ 29-67% uaviindanlagean 39 phr uwasnudymaiy
Liefesveningnaduiusniufinnududutihens 20% Tnsnsnszaesiluidesnmesdan
FiinAnIEy wadsnadinsdudaludougs Saldanusonenuvesuundaniiile wWusy
7.8)

Tl 2012 Scotti et al la@nw1 waveswlinvesansaniIu Tauiu TEOS laganse
audld  lun (3-mercaptopropyl)  trimethoxysilane ~ (TMSPM),  bis  (3-
triethoxysilylpropyl) disulfide (TESPD) uag bis (3-triethoxysilylpropyl) tetrasulfide
(TESPT) Tnomsnsoutiazuanssfumseseonisdnedy  Aonsldy a1sazans
cetyltrimethylammonium bromide (CTAB) Tuth aslihensdudeuiiagld TEOS adly e
doafunisdusvestanvazifnufitenlva-aa Tnsnsnmuilguvnivieadunan 10 wi
wazilUlianufousie 50 esrwalvadunan 5 u auaueaiinumsly TEOS
WinfuivinliAGan 22.9 phr wud1 mafanguieuvesddanas uazisufiuvsuineynia



v0sRandile lagoumeveansld TEOS 1hwaq audunsanay  dwdldansgauazle
oymAeduguitvualiiiiu 50 nm IngUszana msld TEOS e 9 wudn T filler-filler
interaction ¢4 Tuauedl N34 TESPD and TESPT 14 filler—rubber interactions G A5l
TMSPM Iﬁ‘ﬁq filler-rubber way fillerfiller interactions ‘171'@@ Tnensil filler-rubber ﬁlgﬂ
tuteludesaruannsalunisnsyaiefiiiluens daunisd filer-filler interaction g4 9
Tudosnnsdl the filler storage modulus fisindr  sleunlud 2013 tnidenduiieaiuldld
Banwfiedefuusiulsviavesansneddnt 1oud @ alkyl and alkenyl eroups:
triethoxy(vinyl) (VTEOS), triethoxy(propyl) (PTEOS), triethoxy (octyl) (OCTEQS); (b) N-
containing alkyl groups: triethoxy(3-aminopropyl) (APTEQS), triethoxy(3- cyanopropyl)
(CPTEQS), triethoxy(3-propylisocyanate) (ICPTEOS), (c) S-containing alkyl groups:
trimethoxy(3-mercaptopropyl) (TMSPM), bis(3-triethoxysilylpropyl) disulfide (TESPD),
bis(3-triethoxysilylpropyl)  tetrasulfide (TESPT); triethoxy(3-octanoylthio-1-propyl)
(NXT) wuin stinvesansnedaniinasie filler-rubber way fillerfiller interactions e
filler—filler interactions ~ HulufuIUINeUDIBYUNIADITATILY  uazinadeauTRaiy

A & | ) v (10)
Taundindvasenasnanuldaie

o
(Euopsn/ N
Meoysi” " Ny

TEOS

TMSPM
s SI(OEY)

TESPD (EtO)L\Si/\/\s’ O, P 3

T (Em)&/\/\s,s\s,s\/\,suosu:

o
NXT (EIO)!SI/\/\S)k/\/\/\

VTEOS (ExO).\sl/\
PTEOS (5,0),5|/\/

L L N octEos (EOpsi” N NN
0 ) N 1 AAA
A AL AR I\ 5
VRN VN T VAN VA
. N K TR ™
cprEOs (E1Opsi” " ew
TESPT TESPD TMSPM

TN A
ICPTEOS (EtO)Si Nco

(a) (b)

awdl 1.3 Tasaadns (a) ansaruuas (b) ansedany
#iun : Scotti et al, (2012) and Wanba et al, (2013)

1ud 2014 Poompradub et al laRnnun1siin@anivasrauiuiiens Taglddiens
Turiiauenluilogs dadiulagluaves H,O/TEOS = 29-30 lagldtnau wisusunadanilu
d‘ d‘ a v [ Y 1
gl 7-57 phr legnsmiusaeanafigumgiives  Wunar 24 $3lue legwui
%conversion 8¢l 81-99.5% lneufAsenasiintusgesansilugae 5 Faluausn waznns



nusieauAsy 7 U agvhbiugisenanysaivy eeweliadannsiuiives@aniasiuetng
(11)

ynnuayligandunsinaudaauivuiaaas 10-15 nm

Al 1.4 WEn9FBE 198N YYD BUTNTAN1VEY TEOS 19an (a) Nsuaienssssy
sssuvAnsly TEOS wazmiskanluinendlaeds (b), (0 nswaudamfuingtdlasnis
171 10 WIitkdIUad 50°Cx 5-10 days wae (d) N5k CTAB sanfiedastumsdudnduy
neulvgjredudydanT

fan (a) Kohjiya S, and lkeda Y. (2000) (b) Siramanont J., et al (2009)

(c) Tangpasuthadol V., et al (2008) (d) Scotti et al (2012)

o

1303

a

AWA 1.5 anwaien 18U84 (a,b) BUNIABUTYNTAN1VEI TEOS Turens
Wiguidleudu  (0) N19nsea1evesRanIuuuLandy (Hisil 255)

fan : (a) Scotti et al, (2012) (b,c) Poompradub S. et al, (2014)

1.3 InqUszaeAlaseng



1. fFnweavesniswisuansiedanideudvasiuluhensdeseruansnsalunisiia
AN YU NITNILIYVUINYDITANN mmam150114m3ﬂszmasuaqmgmﬂ%ﬁﬂﬂmﬁama
AnEineiwNENELLATA LA TalUNT InAYe SN ALM DS LU

2. Anwmavesnafinnsifuasneddnisennuanunsalunsiia@dnt v 1S
NILALVUIAVBITANT mma’mmffluﬂ'1'iﬂﬁzmasuaqawmﬂ%amimﬁama Aramiinvasiy
89 LHEN LAY ANNENN SO TUNT Iave AN DI LUY

3. ANYINAYBIETSNYIANMEDETABANNEINSAlUNSIAATANT UM N1SATERNY
YUIAVDITENT mmmmaﬂumiﬂizmwaqaymﬂ%ﬁﬂﬂumﬁamq aumiinveinensvay
NELLaYANENNNSaluNSIaTe AR BILUY

1.4 Uselgwinaininaglasu
1. N5IUNATBLVANANISHAN @15NoRan1lulNe9s5UYIR ARaulRnIsNSLaNemmwaY
YUIAYDIBUTY TN TEOS Tue195550v1A

2. lafAfuweunsoe9teY proceeding  S¥AUTIA 1 avu
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Una 2

A5andun1599Y

2.1 g19uazansadl

1. ﬁﬂﬂw’ﬂ'u*’zjﬁmwﬂmﬁﬂgq (high ammonia concentrated latex, HA latex) Ju
vhenetu 60% yilauauluilugs (0.6-0.7%) fiusunanilosnsuisussanm 60% wasiusuna
GuadLL%aﬁwmagimi’NUizmm 61-62% wanlae USEMdadlriinns 90 (Wmww)

2. TEOS (tetraethoxysilane) Aududu 99.0% (1nsa GC) ddnwaziduvesnaidvn
Ta szeuwly Duasnetanmieduasseduiiviiliingant naslaeu3sm Sigma -Aldrich
anigelsn

3. weulwfle (NHy)  fiusvavsaamlunis$nwanininenddludsunn 28%
(n3adases) Mdendddmdernududu 07% ieldlunsidearsiendimdoniny
LNTY 20%

4. 1indu (distilled water, DW) nanlagneIlUAn1snalulageniasnediues 1419e
MNeANduTuvestenladenazdudivhazaisves TEOS neou

5. 1@Ns§1uUaa ( absolute ethanol, EtOH) ?jﬁa labscan 1 dudvinazane TEOS

6. wwmslutieuluslua Cetrimonium bromide [(Cy4Hs3)N(CH5)s1Br;
cetyltrimethylammonium bromide; hexadecyltrimethylamsnmonium bromide; CTAB]
§%a Loba Chemie Pvt, Ltd. 103 AR Mifuansanusafisia (surfactant) 15U TEOS Aeuld
asluluthens

2.2 gunsnl
1. 1AReNIUAITAzaefIeuYisuailagn (hotplate stirrer) U MS7-H550-S Wugunsnl

o

lurieauiinis Tlunisway TEOS Tidniuinens
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4' =
AN 2.1 LATBINIUEATT

2. \A3D9Y 4 funine (4 digits balance) 8% Srtorius) U BSA224S-CW Luiaiesdad
Januazdeanadsy 4 dwuustundlensy Talunistaiindniiermusunaanlunsune
an

AN 2.2 LATDITI 4 FLALS

3. dauaudau (hot air oven) 8o Memmert Ju UE500 dwuinnisuen 110 x 110
wazauIatesauAsly 100x100x100cm”  Hsvuumunuaiatevesgumal aunsauiu
gaunfl 250°C savanelald 24 hr wislny Usemaeesiiu [dmiunisssmethosnan
galunisinSeuiiauaeunadn
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2N 2.3 douauieu

4. Tapanaadu (desiccator) Miiufegdliusimananudunsudilumiien
USunauaan, SEM wag FTIR

A 2.4 lagandnuau

5. faenuaduiau (crucble) IMussggudtegiseraiatluinisinlunismusuiu
wlupeunedn
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:i' 1Y o
ATNN 2.5 2NUAIUTDU

6. BTG (muffle fumace) 3u CWF 11 Tddwiulniudiiegeens iemuIuna

%

&
UL

AN 2.6 WLK1RUIYIES

7. a9 (dies) wuu ; PYFnTunaaay
wieldlunisneasusvil ANIUBBUAIVD
874
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AN 2.7 A8

8. LATDIANTUNATDULUULIIAUAN (pneumatic cutting machine) B%e Cometech
U QC-6034 TlunsfnunaaeufvilnILeausa

= < =Y Y
AINN 2.8 LATDINAYUNAFDULUULIINURY

9. 1ATRMARBUAYNANBOUA (plastimeter) 8918 Montech §u H-01 l¥lunism
AUURAIILDDUAIUDIADUNDER
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AN 2.9 LASDINAABUATIAIUB DU

10. m‘%'aewuGﬂ%mquawﬂ%uamﬂimainﬂ (Fourier Transform Infrared
Spectroscopy, FTIR) 8%8 DRY-CABINET u AD-030 ldlunismanuanunsalunisnsgany
yaaganluilonns Ineldlvun ATR fivisanuanay 400-4000 cm

A 2.10 ipsesylisesnsuanesuaalnsalnd

11. 1A3aandesganssAlBlanAsauLUUERINTIA (Scanning Electron microscope,
SEM) B%e Zeiss §u Merlin Compact ndesganssaididnnseunuudesnsiaiiundes
QanssAlldBidnasounlifnwidnvusduguvesildunsunednuesersuazdanlusseiu
3301A
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A 2.11 1pF0INADsqansIABanAToULUUdDINTIA

12. Lﬂ‘%lawﬂwauaaagnnﬁyq (two roll mill) m%wmwammgmﬁyﬁ%mmLé’umu
AUENA1 6 in AINE1T 15 in éJmnmfmL%’maqqﬂﬂgmﬁwiaqﬂnéwé’q (friction  ratio)
Wi 1/1.35 TlunisuanausnanisuiuiiegdmiunaaevanUinaudousi uas
USUEULO1VDIADUNDER

AN 2.12 LATOIUAKANADIGNNGY

2.3 IBN1INAADY

2.3.1 n1sA38u TEOS

diefnwmaveamawden TEOS euthlunaufuthens TEOS Idgnindeulngldiin
Hushvhazas Wisuiteuiumsliueanesed wavmsld CTAB maufuih waznnsld TEOS
Wen 9 Temsiensieiuazionsiveatiulddnaumes TEOS/Fwhazane Wiy 1/2
TaeU3nms udihluniuse wismuwimanfigaumaiives Wuan 30 wit Aewhluifsily
11819
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2.3.2 NMSLASYUADUNDER

henstursiaamundutuseslidegs asgnidordliivdenududu 20% e
wenlanflowdutu 0.7% reuthsnsauiu TEOS 1Aen q vi3e TEOS figninsensieisens 4
asuneluiite 2.3.1 Ing TEOS msﬁazgﬂﬁmu TlgUSunamsiindani ( cSioy) A 5, 15,
30, way 45 phrimaﬁ’jﬁagjuuﬁugmﬁ TEOS lduaswdugant 100%

wmpdnnsindantd 2 wadla Ao Msiuiien waznssewdes Tnomseeiies du
sxdusailou TEOS fidns157 1 ml/min fannsiaasiivanslunmil 2.13

AL
¢
¢ !

20%HA-latex

TEOS

20%HA-latex
B

Heat tir Heat tir

(@) (b)

AN 2.13 NSLHTYADUNDANVDITANINUYINTITUT IR LRELNALNANSIAL TEOS wuy (a)
A7 kazwuu (b) Aowilad

dlo TEOS wihiuiensauysainas Tinause 1Wuan 20 Halus Fwmganiuuazinmn
Tanvurlavaztiunnaauuknusuiusu Wuwnan 7 Ju Inglddannminuanssvadinegis

AADANITYLLIATVDINTINAN

2.3.3. MSANEINAYRINISIY CTAB
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Fmsneaeaduieafuiunisld TEOS Wen 9 uiiiiuansusuusedain
cTAB asldloiilnnuidudiu 0.04% Tnensiiiu CTAB asliwenluflovdudu 0.7%
Aouhlueanaihensiulildindonnududu 20% Tnevanalinuedradi o
(rudiszsu 3) Taelduianiuwimdn deaduansavats CTAB sunuawds 3anau
drenesiosn 30 Wil fienuidaseau 5 ludhensdowdin TEOS asly
2.3.4 NM3ANHIAYUAIIUTIUA?

NadevauURAINEUMaINTaYILAlAY (ASTM D3194-17) o3 uaukuiay
Tnenseuuriaigumad 70°C Wuian 5 hr uldfunadey 20 ¢ ndmnduiukuiidy 14
Togenuu (desiccaton) Wutaan 24 hr thusiuiidusiadeieies two roll mill Tngld
s%8% nip 7 1.65 mm $1uau 2 58U Wuene 2 asellannumun 3.2-3.6 mm wdentuih
Fughedrslunagoumanduiiauseusa IneldiedosinAduiausous (plastimeter)
Tnenageurimvseudasudu (nitial plasticity, PO) aruseusmdsniseusi 140 C
Wl 30 min (P30) ietunmendaiiauseush ( plasticity retention index, PRI) GR
ansaduaulinngns dauanduaunisi 2.1

PRI = P30/P0*100 (2.1)
2.3.5 nsUSunadaniiia

101 (ash) Tuees550978 Usgneumeinaedunsd (inorganic  salt) WinAISUBLURA
panlys way Weaavadlnivadey wuntdoy waadey Loy Lazuss1ndy 9 wenanil
P = PN A aa Ao | = P a v c‘é
LDV UNINGANT NTVALNG ‘vmagﬂ,umqLawsﬂzﬂmu'lmmnﬁu’muaﬂ Jsuaunnagidu
AUUSInaLssInleglusiivuaz g usdndnisiauarsddy (filler) aslglewiia

Uundneanseld neinsnaaaunall
e.'/ Qy £y 1 d‘ = v a 1 U ¥ 1 ¥ v
FaFumpgeiwssNINNIageUsviausaudalila 0.05 ¢ Tdludenuainuiou
Niazon e wagduiindmidnle udnidregensnardinnluniinn Noumngl 850°C
Ny mLm"LmJLasﬁ]auum‘%nmﬂsvmm 30 min LLaawﬂmsJuiuIammwmu wazi by
mumuﬂ (Satraphan et al., 2008) wa3 s wanlaanaunisi (2.2) wag (2.3) Muaeu

- ~a TNUNUAILN
Usiauwany (phr) - ———— " x 100

2.2) TNUUNUBIEING

YSuau@anflaanaunisa (1)

SopavnswWasuvesdan (%) = x 100 (2.3)

USIaudan1nung e
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2.3.6 MsAnwAsuNeAndlBATas  FTIR

ainlmsalal (spectroscopy)  muneds wadafifsidosiunamianiu
wwanlnily Afdnvandu waundeau (spectrum)  Taefinnuemadudouslugies
ﬂﬁluﬁ‘mq adululasion pdudurlsnse eduludisiinuouiiu (visible) luaufendu
Sanslilatamfionsiaaeuainuaiuisalunisindanineluiiduens n1sldmaila
Attenuated Reflection Infrared Spectroscopy (ATR) Humedeilddmsunisanuniuin
voeng warisannsoldly frufesiifidnuazivuawdodamuvunmnifuniifae
AATILIAEIT transmission lamalia ATR azilunelinnisasiourasaiuas IR W1uLdn
indaegnafiazianisinniunieluseninedaed i crystal #ifl refractive index 6N
nirdegns  adfinsedleuuannsznuisannniwiewihfusaings wieliAnnis
dxvoundununves IR beam @nnsawssuduiaognsldlnedauiuiidududmdeoniugi
yuewoizud iU g uudnniduiidnednetguuda diiduiinnufudaly
oufigamnd 70°C WWunan shr thludiedves 1 Auflegrrutuiivdeluiiduensiou
Bilduenaiulunadeusienios FTIR

2.3.7 nMsAnwIAeuNaAnfEIATEs  SEM
MIIADUANYAULNITNTTIUAIVBIDYNIATAN U NETTUYIR ANwINIS
nszanefveseynIAamMasuLsdlugssssnvdaiunsarildlagisnnsldiniesndes
qanssAuUUdeansn dildusesssudniasunseiiedudydanifiiunisinioy
duifieafusuiade 2.3.6 Tnswiouintunaaevlululnsaumar dlvAnasuuuty
yeundnsuariadoudeves Mntuiitusudiaios SEM Jinseidnvurlufitnesens
[logdnuaznisnszneinazanutiiulfvesdanifuens
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una 3

NAN15998 WaznN159AUsIENE

3.1 NAYINITHHIYUAISNBTAN

Tumsway Wenesssunviaienludegs Wudu 20% fu TEOS Wien 9 wWisuiiguiu
A o | Y a 9 ] Py v =
Awseuluanizananu Ao 13997199781 LIPIIAILLENTIUDE a5k CTAB LWua1s5an
WSIANRD  IREWUSTZUUNSHANWUULRLTAS? AULRLLUUABLIBY kazklsUSunansnedann
nelyAngan (cSi0,) 91 5, 15, 30, way 45 phr uddsdnwaalglunisinien Naues
LIAINNTHHTIUADAINULEDESUDITEUUTUSNAULBEARINEY  WNasIsIwasdunkanalilu

ANS19% 3.1 AN 3.1 ATA1SIe 3.2

3.1.1  vailunisese

definnsannavaniswsey TEOS sevatlunisinisuneunedn wuii 7 cSio,
Wi siusuuiiiien svldnatlunsnaswiuniuudes 9 iy nsTE TEOS wen o 14
nalunauuunIINsEeans TEOS reunay lnensldindonddnenauwuuiiioldldan
anuslumsaauyinlivganisnaaesil cSio, wihiu 15 phr dwnsldiensiuealdgn
Braldunumslidiluannzmsnauwuudedes TEOS e q adld nuirannsaanan
wanadlalnoiamed csio, ge q uilifuualiesfiumnuviinvesszuvvussay uazlsidy
Fneunamiasa 7 cSio, Wiy 45 phr 13l CTAB Hhvaanaitunisnauegadiuladely
Msuan wuuiiien windulinanseiudunisnauuuusiedes wasdlowdeusiieusening
n1sld CTAB

A1519% 3.1 LanlunsHaNYeIUNeNaas TEOS NaN1IENISIAIIUNLANAIUY

cSiO,, Mixing time, h
phr
batch/ batch/ batch/ cont/ cont/ cont/
TEOS TEOS/ TEOS/ TEOS TEOS/ TEOS/
H,0O CTAB EtOH CTAB
5 4.00 3.42 0.30 0.17 0.42 0.22
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15 12.00 12.00 1.25 1.02 1.17 1.17
30 22.00 * 6.58 5.48 1.50 6.00
a5 31.00 * 9.33 6.87 o 9.00

* nsldunladldannananimennislduni csio, 15 phr

** syyuldeanuadusnounasl TEOS iun

mefuLal meadanistiuwuazliinasanatlunisnay Tngnsuaukuusaiosaz lianty
NSHALFINIINITHANLUUTLAS AN DS

350
m batch/TEQS
001 batch/TEQS/H20
350 F  ®batch/TEOS/CTAB
i cont/TEQS
=200 | s cont/TEOS/EtOH
[+8]
E Bt
E 150 } cont/TEOS/CTAB
100
50 | 4034
J 03020402 13 MO 26187
0.0 : )
2 15 30 a5

cSi0, / phr

AT 3.1 AUNSHANTDIUIENG kay TEOS NAN1IENNSASUUTALANAINY

MnHanIsTARDIRing” aunsnesuglid mmilumananesisaesinaa
fio 1e19 way TEOS Whdnfuldessanysaiduagiutiads 2 Usens Ae dadousn léun
auiidavesisaessruy Tneaadildin lufpaehensdadiidusnansiuianuiidaves
spuugenhawfidu TEOS drdudwadiuléd nsld TEOS wien 1 adlunanfuthensasld
nalunswanuuiign msldiides  TEOS sstheifiunnuditivesssuuaniy Tasns
fuinesiitannm1  TEOS wawihenmazannsnyiufiseniulelaslodnsmyionsendves
TeOS Tifumlansend ufuszdunisidatu TEOS wntu usegslsfiany n1sitisilsl
aunsnannalunsuanldidessn dadedl 2 tues Ao Usiasvesansavans TEOS

| e | = v a v & ) AY a v & a d' % a &
UINAINAN 3 YN Lll'eﬂ“ﬂ TEOS a8 9 PNUU BHIEAUNTUVUNNYUNDIN BIATNNEAUNLNNYY
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MuUSHnTvesaEnsldiuTuiiues Tunsdlves TEOS 7iieaneieievsnueatiu lons1uead
ANdEIN SR EeslaInTEiuNsiivIngandulielalasaniueuvetens felu 39
< 4 o a v v 4 = = a H 3
anmuslunisuavadly Tuvihiesfeadudunislyd CTAB Fheanusafarivaailuinens
ilvanansoanallunsdniuvesisdesigniala

3.1.2  ANULEDNYTUDITEUUVUSHEN

dl a 1 a Y @ 1 1%
Wotansanluldvosmuaiosvesssuy (M3 3.2)  aglawiuladn Al

TEOS g 9 sunauAuatesvaanentesiiagn tnsanunsonalidifuiuiienalalunn
Y v f - I a a Yo @ A
angnskankarnAMduiures  cSio, lastieeldgydeanuaies  nslduinlid
wwiltdudngvibihesgaydeanueaiies  uieraneliiianedwelswdunouuidn (pre
polymerisation)  esganiutnlaneunauatliiiens  nsldensiusatunsliindym

A A oa X Y H a a ] . "8

Aumiaiindulazn1sduivehesivsinunsld  cSio, a1 9 msgluugadnen
aynAadien msld CTAB duiuiu Weswindy CTAB 109 Huaisananufsiangy
worlutley Faflusequan yilenalusuniuanuadesvesens Faliuseqau vivbauiens

= a d'
Q@JL%S@?’]NLE?OU?IUW@@

A519% 3.2 ANULEDYTVDITEUUVUEHAL

cSiO,, batch/ batch/ batch/ cont/ cont/ cont/
phr TEOS  |TEOS/ |TEOS/ |TEOS |TEOS/ | TEOS/

H,O CTAB EtOH CTAB

5 S S S S S S

15 S S S S S S

30 S * a S c e

a5 S * b S d f

S U LED Y TRADATUADUN I THE

* miltlildaananaudmeanisldunn csio, 15 phr
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a thesgapdsnnuiadosidalusd - 20 vdsnmunaudntusumun

b thesgapdsmmatosidilusd 15 vdnmunaudhuaun

¢ hensgydsanuaomdmndeidd 1 fu visnmsmusadhiuaume
d thensfusfanteudiiy TEOS auvn

e thensgmdsrnuialissvdeondeiiald 1 3u udimsmunaudnfuaunun

fiwegadsanuaiesndalusd 17 vidsnniunainiuaunin

3.2 UsZaNSAIWNISINAYAaN

TuanmemawisanavesdUszneures  TEOS  Gudufeafudu  enadinasie
UszAnSnmueamaiindant lefigatiasmfgiudsna fldugsvesiensnounednyeda
mazgisdeslaenseuuisiigamad 70 °C Wunan 5 hr wazthluAuliluediemesnou
thlunaaeumidnuesdanlasmsinilgamgdl 850 °C wWunan 30 min Iénafuandunm
7l 3.2

nnmandiuldi definsanlrenmraudity  welenafunuuiiiels
UsgavBnmnisiudsuain TEOS iy 6?15m1‘71'gmdmwﬁaa 9 i lpenisuwuuaellae
T cTAB TussavBamguan Tnermawdsuduiant edlutafigeds  979% auly
Tuvoue
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W batch/TEOS batch/TEOS/H20 m batch/TEOS/CTAB
% cont/TEQS % cont/TEOS/EtOH # cont/TEQS/CTAB
0 r 446 44.9
45 F 41.8

390.8

phr
w B
U O
]

28.2 28.@0'2
P

9.

NW
(S ]
T T

4.4 14.7
12438

8.110'?

Conversion /
= b
[ I -]
L] L]

=
o
L)

4.84,
394848, 5353,

M TTH T TGN

5 15 0 45

3
cSiO,/ phr

@)

W batch/TEOS batch/TEQOS/H20 M batch/TEOS/CTAB

% cont/TEQS % cont/TEQOS/EtOH % cont/TEQS/CTAB

98.3 98.2 99.8
100 ~ 96891 96.2 94.9 9599 5 93.9

90 | 26.5 38.0
80 F
70 . 4.
60 Z : /
50
40
30
20
10
0

[is]
.I\J
[i=]

80.2

Conversion / %

T H T T TS

30 45

cSi0,/ %
(b)
AT 3.2 USHaUa1v0Nan ShuNg udnTaNAue19ssTUTIRAN1IEN TN SN TY

(@) wamswaldu phr (b) wanswaldu % conversion
Ansdueuuld TEOS hen o azdiuszansamelugieal  cSio, ¢ 9 walutaen
cSiO, 84gaTu Ussansnmdeglunuaiu Ussaninmnisiinganiveanislyd TEOS e
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7 Tenaduuuuiifendu oglurng Ussann 80-98% Tumsuniziinisld TEOS ifien q was
Fusaidlasiy UssAnBamninAndameglutassranns 53-88% (Huihindunmdn nsld
evsuealiuivinazanses TEOS Hu THszAvsnimuesnnindanism (63-64%) uazns
Wilsinn sio,  liffwaunntindeUssavisnmansfedant  luwaisfinisldiiili
UszdnSnmnisiinddniganiinsldiensiueasgiuiuladn lngliusednsaimnisiindan
4909 96% fifiy cSiO, Wiy 5 phr walwwiltuanaade a1 cSio, fad

fifuui anunsoesuieldin lunsmauwuuiidertuisaosigniasusnduassdu
ogsdaou Tnefpniaves TEOS azegsuuudwhlitiosiumsssiveesnveuenluileds
WuasisslinisiinUfisen  (catalyst) vouhuar TEOS iiUszAvSam  daunisifu
wusaidesty  Temanssveeenvesedludefinnniuuuiuiides  msldiidens
TEOS  MiUseAnSnmnsiinganias Wit csio, M emdunssnaia pre
polymerisation reuldasluluhensilfiAneedlnuesvesdanmiidiminluanaszdunis
Wdnnujitereluiewihlinsfetamanysainitdues  viedosunelagendendn
aunaniudrtunsiuihadlulussuuihdufunsfsesdud  lFnaRauiitely
rantiwhlmAnndnsusife FanldSwutiues Tunsdvesevsiueatu fazesuien
ninaunaeiudity  arlinanssfudnusunmsldthndnie  9ndfisenmanioudands
wandluaunsil 1150 awdiuldd onsueadundnfusivesufisessniiuag TEOS
ety nsfisensuealussuuwihAudunsiiundnSusives fisednan ilviiisen
Tutamhgnas denalvilszdnsnmnisiiegdnidesnuaslusme dlunsdlveanisly
CTAB Hu aziulddaitaifiulssansnmmaindanm nalnlinsuwide udaadn CTAB

wuevzluisinsiinufisennisin@anives TEOS

3.3 @auniwwanadn (plasticity)

TngUnfinas audimnudunanainvesns Ysuananuansatunsiunisivaves
g9 Tufitiae ﬂam‘waﬁmaqmmas@u%m%émﬁm%ﬂﬁ TnoAmanaindasudy (PO) Usiaa
Anuansatunsiunsivansenuwlwesneunednneun1sulsy wazadinuseu
$1 (PRI) ﬁqs“gﬁqmmmmsﬂuﬂ'ﬁ%’ﬂmmmLLsﬁasuamauwa?mmé’qshuﬂizmummﬂigu Tu

nsAnwATal  anunmmanaingnianlditeusdfemnuaunsalumsiinuseseninuile

U ¥
aada v o

grauareunaganiinsznglullesns  laedadenvihlidmanaf@fisuiueaaiuinnuss

=

Feninuilognuariiian1nas Usinaudiniiings uaglasaasnevesginiiigs

Y
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m batch/TEOS/CTAB
cont/TEOS/CTAB

batch/TEOS/H20
cont/TEOS/EtOH

m batch/TEOS
cont/TEOS

140.0

91.4

95.7

104.0

102.3

o

R T T Y

R

S AN

® batch/TEOS/CTAB

cSiO, / phr

(@)
batch/TEOS/H20

m batch/TEOS
cont/TEOS

140.0

2 & AT
W © 2%
Q8

5

) ¢ NN
N £ I
O

g
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