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Preparation of silica/natural rubber nanocomposites via the interfacial

polymerisation of silica precursor with natural rubber latex

Jindee Tuffrey

Abstract

The aims of this work is to study the effects of silica precursor (the preparation,
contents and 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 was used to study size of silica and
its 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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wan (burs pressure) laglianusuinsuazuan (burst volume)
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MM943eu8aN1 910 Tetraethyl orthosilicate (TEOS) saluaunisit 1 almuesddnazduil
Ynvioisundulaeyilufie in-situ silica #130 sol-gel silica (Jumailanisi3oadanms
naxfilonnnaudslagiumEannNI0AIUANIUIALAZAINTENBTBIUIRYAA LAY
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SI(OCzH5)4 + 2 H,O — SiO; + 4 C;HsOH (1.1)
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AN 1.1 LAAIANUEUNUSTENINANULIUTUTBIU WAL LA DIUNAVDITAN LD b
LATZLNTATANS WUTY 0.28 Tua/ans waztansiusaldusivinazans
X" : Stober and Fink (1968)

5. NISNANTANIUIYISTTUYIR

wlugaminauiuihenuddulngesnaulnenmsnauuludanfifivgluiomann
W vieuuy in situ wilmguszasdLitelfanlusUinawesuvasanluguensutadudiu
v Tnewmedeilurmdesien@nuniunnmssduisdheuasiivssansam Tnonisnas
dndlngasiluauiiaulafnvnauiuhessamnd - wddadlinaniiseleleslad
Inefiinuenludaduasnszdunsfinujisesealaesdanissesuelididy g
pamgilflumsvhuiiseneadungumgiiviesseiiginigamgiives Tasusuailwauily
turaudnags

Tud 2008 Tangpasuthadol et al ® lafnwiniswSeuunawmesuund@anidugylag
Tensdu 60% yilawaulullegs (0.7%) lnen1sld tetraethoxysilane (TEOS) aslulngnss
futherudaniu 10 wifl Agamgives whdnhlufulunusuissuudanazaulugou
50 ssmgaidoa (e 5-10 Yu Taenudn TEOS awsaildewdudanisld 9o- 97% il
NsTUmNeUYe@aNEs LLa”ﬁ’lﬂJ’lifﬂ,ﬁ TEOS WiAndanleigean Ly 20 phr iesan
Jaymnsduivesthenstues il mﬂfumiﬂmmamnsﬂwamm/mmstwsuaqmmam
ludatumaning waglul 2009 uﬂaaaﬂqmulmﬂﬂwwL‘W:ummmmamawumﬁﬂa%mma
ANNENINsaluNSYRawesLUNg  leeldendnen  vinyltriethoxysilane  (VTOS)
ethyltriethoxysilane (ETOS) way i-butyltriethoxysilane (BTOS) LUssuifisuiu TEOS 1oy
T¥smswssuuuiientu wut dewSeudieute TEOS uéh iy VTOS wihiy liian %
conversion lumsifindanias waglwiauiinghiasiuunliuerlauifinmuussisuazas
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0C,Hs
czﬂﬁa—s[i—oczm TEOS

e

'?‘CEH:}
CH;0—Si—CH=CH,  VTOS

e

‘l}CJHs
CoH:O—5—CH,CH; ETOS

OC,H;

?C."-!HS
CgHjﬂ—Slri—CHg‘(I:'H—CHj BTOS
OC;H; CH;

Ail 1.2 Tnssadrsansiedan
9131 : Siramanont et al (2009)

Tud 2011 Tohsan et al WAnwman1sulsanududureniensduil 60% 30% uaw
20% Tngldndudeanudissld TEOS #u n-butylamine (Wen-octylamine) Insauliidn
fuflgangiiies wazoused 40 esmwaldea 1una 24-96 TrluadleliiAnUiisenanysal
WU %conversion maa%ﬁmasﬁ 29-67% uaziinganlagedn 39 phr uwasnudymaig
Liafosvenhenaduiuenduiinnududuiens 20% Tensnsranesiluiosncwesdam
fAnAnItedy widinadinsdusidufougs Ieliamsasenuvesiuedaniile wWudu
78)

Tt 2012 Scotti et al lafiny HavelavesEsAAIU S3UAU TEOS lnganse
audild (3-mercaptopropyl)  trimethoxysilane ~ (TMSPM),  bis  (3-
triethoxysilylpropyl) disulfide (TESPD) uag bis (3-triethoxysilylpropyl) tetrasulfide
(TESPT) Tnemswseuiuazuansneiunswiesisdned  densld asazany
cetyltrimethylammonium bromide (CTAB) Twh asluthensdudeudiovld TEOS asly wile
deafunsduinvesiamunziinufisonlva-aa Tnensmuilgamgivieadunar 10 wil
uazthlUliaudeusie 50 esmwa@eadunan 5 fu AuguareTnumsld TEOS
WinfuivinliiAndan 22.9 phr wud maAenauieuvesddanas uazisufivsuineynia



v0s8anild Tngoymevesnsld TEOS 1hedq auunsenan  dwilldansgruvazly
oymAedngiiTualiiAu 50 nm TagUszana nsld TEOS 1hen 9 wud W filler-filler
interaction ¢4 Tunauedi N34 TESPD and TESPT 14 filler—rubber interactions G NSl
TMSPM 19 filler—rubber @ filler—filler interactions ﬁq\‘i Tnensl filler-rubber ‘17{@@
tuteludesaruannsalunisnsyatefifitluens daunsl filer-filler interaction g4 9
Tuesnsdl the filler storage modulus fisnd1 @ sienlud 2013 nAfengunedulsld
Ranufiedefuwiulssiavesansneddnt Mud @ alkyl and alkenyl groups:
triethoxy(vinyl) (VTEOS), triethoxy(propyl) (PTEOS), triethoxy (octyl) (OCTEOS); (b) N-
containing alkyl groups: triethoxy(3-aminopropyl) (APTEOS), triethoxy(3- cyanopropyl)
(CPTEQS), triethoxy(3-propylisocyanate) (ICPTEQS); (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) wui siinvesansneddniiuase filler-rubber waz fillerfiller interactions lng
fillerfiller  interactions  HulufUgUTNvBtEyMATNEATIlY  warlinareautFniaiy

Tauniindvasenanneiuluale 19

o
(E(O)JSl/ S
Meoyst” " Ny

TEOS

TMSPM
S Si(OEY).

TESPD (EIO).\SI/\/\S/ A N tl

TESPT  (EIONSI” " Ng” 3n g2 SN\ SHOED,

o
& (EIO).‘Sl/\/\SJI\/\/\/\

VTEOS (E(o)ﬂ/\
PTEOS  (Eropsi” "

L ocTEOs EOpsi” N NN

BT AR ~\>°§°« :: 5 ?’:\/ \?
v s i | P :;\/\Ni &6:\/\& APTEOS (ElO»Sl/\/\m‘)
. crrEOs (EONSI” " en
sSSP ' D
TESPT TESPD TMSPM s AL
(a) (b)

A 1.3 1Aseadne (a) asArIuLay (b) @snedam
9141 : Scotti et al. (2012) and Wanba et al. (2013)

1wl 2014 Poompradub et al laaanunisiiadanivaenaniuinens laglgunens
Furiiauenluilvgs dndiulagluaves H,O/TEOS = 29-30 lagldinau wlsusunadanily
P = a v I3 1Y) ]
gl 7-57 phr legnsmiusaeananfigumvgivies Wunar 24 9l legwuh
%conversion gl 81-99.5% lneufjisenauiinvusgessamiilugae 5 Faluausn waenis



MuseauATy 7 U wihliuisenanyseidu lnemaliatannisiudivesddniatiuegn
wnuagligandunsinandaauiivwinmds 10-15 nm Y

AW 1.4 uanafiogsinwaYeIduTyan1ves TEOS 1691 (a) n1sudenssssy
sssuvRwidly TEOS wazmsuanluthendagdd (b), () nswandanifuthendaenis
17U 10 WITILEIULT 50°Cx 5-10 days wae (d) N5k CTAB saunfiedasfunisdududuy
foulnejveduTyTanT

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)

= NS ] <

a aa

AR 1.5 dnwrnIINIEa1eves (a,b) BUNIABUTYTAN VB TEOS Turena
Wiguileudu () N15n5ea18veRAN1MULLEnTY (Hisil 255)
73 : (a) Scotti et al, (2012) (b,c) Poompradub S. et al, (2014)



1.3 I9qUszaeAlATens
1. ANWINAYBIANUNLT UYL MALUSUNE1SNBTANHBAINNAINITO M UNITHIN

fuldruhemashuiiseAnvivavesmainnisiuasiedandeauanunsalunisia
FEAN YU ATNTTINYVUIAVBITAMN mmmmWiQIUﬂwsﬂizﬁlﬂﬂﬁuaqaymﬂ%aﬂﬂwﬁaEm
ArimiavenhenaLayA N IalunsInave AR DU

2. ﬁﬂmmamaqLﬁnﬂﬁﬂmim‘%amauwaﬁmaq%ﬁﬂﬂwf’]mﬂmamimnﬁmﬂﬁﬁ%mwaé
wolsiwduserineignia fumeadanmawiouwuududn dernuanunsalunsdidulduae

AMLLEDysvaseeUMEyNULATeN
3. AnwwdSsuiisuanuannsalunmsiiniulavesdanilutienasenindugyaanm

[y

aa d‘ a [
fu Fanmaneseueglugy slury

1.4 Usglevunaiadnazlasu
1. nunavesnswedwelswtusuuseninyigniavesansnedaniiasiluiigs
55500 sloUszAnSnimnisnan audinisnIzatuiikazIuInvedudyIan1ves TEOS lu

Y

YNFITUYI
2. leANuiNeunseg19les proceeding sEAuv@ 1 atu
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UNN 2

AT HUNISIAY

2.1 g19uazansadl

1. ﬁwwﬁu%ﬁmwuimﬁﬂga (high ammonia concentrated latex, HA latex) 1Tu
thenetu 60% wiauexluifiogs (0.6-0.7%) Tusinaudesrsuwisuszana 60% uasiuiuin
vowudeammnaglutisszan 61-629% wdnlas vnidedvalfand 9180 ()

2. TEOS (tetraethoxysilane) ANMUNTY 99.0% (1A GO) Adnwaziduveanaidvn
Ta szsvwly Wuansredanvieduasaduiivhlnandan namlagusem Sigma -Aldrich
GYERIMERY

3. wauluile (NHy) SUszansainlunisdneianmiionddluusua 28%
(tnsaiasee) Wideandldmdennududu 0.7% weldlunisieansierddndeniny
LWNTU 20%

4. hndu (distilled water, DW) anlagvoslfifinismalulafensuaznedwes 1415
eAnudutureawedludonaziduivihazaneves TEOS nau

5. 1@ns1uaa ( absolute ethanol, EtOH) §%e labscan Tdusvinazans TEOS

6. tm3luttenluslun Cetrimonium bromide [(CigH33)N(CHs)s]Br;
cetyltrimethylammonium bromide; hexadecyltrimethylamsnmonium bromide; CTAB]
§%o Loba Chemie Pvt, Ltd. 1n5a AR THiduansanussisin (surfactant) Iy TEOS rould
aslluthen

2.2 gunsal
1. 13BINIUAITAZANefBuYisuailAan (hotplate stirrer) 3u MS7-H550-S 1Jugunsel
Tureaufjumnis Teluniswan TEOS Tidnfuuiens
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AN 2.1 LATBINIUETT

2. 138999 4 Auntis (4 digits balance) 8%o Srtorius) Ju BSA224S-CW 1Tuip5aedadi
JanuazBeanafoy 4 awnudluniiensy Tolunistadindniiemusuiasalunaune
an

AN 2.2 LASDITI 4 FLIAUS

3. §auaudau (hot air oven) 8% Memmert §u UE500 Hvuinaiguen 110 x 110
LazyLIngose Uiy 100x100x100cm® flszuumuauaiiatevesgungil anunsnuiu
gaunfil 250°C sananTalald 24 hr wdelas Ussmewesiu 1dmiumsssmetheanain
galunisnseniiduneunedn
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Al 2.3 douauieu

4. Tapan18%u (desiccaton) Miiudregnaliusiaananudunoudilumiion
Usinautiin, SEM uay FTIR

A 2.4 loganduau

5. faenuauiau (crucible) THussyrumegeaivetiluinismalunismysunm
wlunaunedn
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2NN 2.5 DENUAIUSDY

6. W NHRUNYIES (muffle fumnace) U CWF 11 T wiiulmniudiegeen iemusuu

v

A0

a

]
NN 2.6 LAUNIQUNNTE

Y

7. 18 (dies) LUUNEFATUNAZULND M lUNSNAZBUATLAINUS D UAIVD I8N



14

AN 2.7 A8

8. LAIDIRATUNATBULUULIIAUAL (pneumatic cutting machine) 8% Cometech
U QC-6034 MlunsAnunaaeufytinLgausy

AINN 2.8 LATDINAYUNAFDULUULLIINURY

9. 1A3RIMNARBUAYTEAMNTOURAT (plastimeter) 8%8 Montech 31 H-01 Tdlun1smn
AUUFAINUDDUAIVDIABUNDER
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d' d‘ v a ! U
AN 2.9 LATBINAFBUATUAINUDDUA

10. Lﬂ%lmwuL%ﬂ%ﬂiﬁﬂﬁﬂﬂgumﬂﬂiﬁliﬁiﬂﬂ (Fourier  Transform Infrared
Spectroscopy, FTIR) 8% DRY-CABINET §u AD-030 l¢lunismanuanunsalunisnszaie
Y998an1buesd neldluun ATR N939AURAAY 400-4000 cm’™

AT 2.10 iTasyiSesnsuanesualalasalnd

11. Lﬂ'%'aqné’mqamsﬂﬁﬁl,ﬁnmauLw‘ua'aan‘s'm (Scanning Electron microscope,
SEM) 8% e Zeiss §u Merlin Compact ndedganssmididnnsounuudeansinidundos
QanssAlleBidnasoulifnudnvusduguvesildunsumednuessauardanilusesiu
33010
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Al 2.11 1p30endnsganssAuBianasauLUUdDINT N

12. l,ﬂ'%'awﬂwauaaegnﬂéq (two roll mill) Lﬂ%wmwauaaaqﬂﬂgﬁﬂuumLé’uchu
AUENA1Y 6 in A31UE13 15 in 561'5’1?1’3734L%’J‘U@GQﬂﬂgﬂﬁﬁ’lﬁiaQﬂﬂ’gﬂwﬁﬂ (friction ratio)
Wiy 1/1.35 19lunisuananenanieudusiogadmiunaaevandininu sousa uaz
USUULOUBIABUNDER

AN 2.12 LATBIUANANADIRNNEY

2.3 F/N1NARY

2.3.1 nsiasey TEOS

diefnwinavesnnaiey TEOS reuthlunautuiens TEOS Iégnindenlngldi
Huivhazans Wisuifleuiumsliueanssed uazmsld CTAB naufuth waznnsld TEOS
Wen 9 Taensidensietuasiensiueatillidndiuves TEOS/fvhazane whitu  1/2
TaeU3inms udthluniuse wismuwimanfigaumaiives WWunan 30 Wit Aewhludly
thens
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2.3.2 N1SLHTBUADUNDEN

’0’ % a 14 1% = = v = % % % 9OJ

wgntusinanududunenliiegs asgnidensliviion ity 20% Mgl
wauluilewiuty 0.7% nowdnunwauiu TEOS gl 9 w38 TEOS 7igninseumedsanng o fs
saungluiide 2.3.1 Ty TEOS MldasgnAiu Wildusuanisiinddni (cSio,) 1 5, 15,
30, wag 45 phr lngdiseguuiiuguil TEOS fildiuaswluddn 100%

WANNNISLANTANE 2 wAlda Aa NISHNTLRYY kagn1SaaLed Llnen1smosles Uu
Azdusntau TEOS f8ns1157 1 mlL/min faninsiassiwanslunini 2.13

ash content, plasticity, morphology

R/T dried

20%HA-latex

=
LD O\

overnight
desiccated NR/silica

composite

(@) (b)

AN 2.13 LLmuQﬁmﬂﬁamaamiL@%&ﬂauwaamaa%ﬁmﬁumaﬁsimﬂmmamﬂﬁﬂmi@u
TEOS wuU (a) 5n9InA1A wazuy (b) Judu uagnisnesey

dlo TEOS Wrfiuthensanysaluda linausie 1Wuian 20 43lus Fameaniuuaztiiun
Tdnwustanazinuinasuusnunuiuey Wunat 7 7u eelndaunaanuaiesvosinens
AADATEEELIANUDINISHAL

2.3.3. MSANEINAYEINISIY  CTAB
WnsveaastuReIfutunisld TEOS ifen 9 usifinansusuusedara
CTAB aslulsiimududu 0.04% Tagnnsifiu CTAB aslutuesladeodudy 0.7%
rouhlifevranhendulildivdenududu 20% Tnsvarnaulinueed o
(Au525esU 3) neldurisnuuiivan Weduaisazats CTAB auvuauds 39n7u
dhenssiodn 30 undl firugasedu 5 Tuthensdewdia TEOS adld
2.3.4 NSANEIAYUAIUTDURA?
nagpvaNURnNgaumIEIN1TaYIlAlAY (ASTM D3194-17) @S eslauilay
Tnenseuutieiigumgd 70°C Wutaan 5 hr auldTuneaey 20 ¢ ndsmnsuiusiuiidy 14
TagaA21uAY (desiccator) WuLaan 24 hr Yiusuilduuindieiedos two roll mill Tagld
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S% nip 7 1.65 mm $1U3U 2 59U WU 2 afdlldnumun 3.2-3.6 mm ndaentiuii
Fusegrdlunndeumeiuiauseuts Tnsldinsesinddaiinugous (plastlmeter)
Immaaummmaaummmu (initial plasticity, P0) A21U80UFAINEINITOUN 140 °C
11U 30 min (P30) WeduviAR AN S o UM ( plasticity retention index, PRI) ER
ansadulinngas duanduaunisi 2.1

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

101 (ash) Tue19s55uw1R Usenaunaiginaedunsd (inorganic salt) WinAISUBDLUA

3 a N o = a ] 44' &
ponlyn way Woannvaslnunadoy wintidey waadey lfu wazkIsNnay 9 wenanil
v I3 aa A aa Aa a v a Y I3
e1dumingany nieddine Nleglugrsewmisvrvuuinaintiuen Ysuiainazidu
AUgUsIIaussnndeglugshukasdieusdindnisiuarsaandiy (filler) asluglewiy
utdneramseld lnednsneaeussil

Q:l Qy U ] d‘ a v a U % 1 i % ¥

FIFUMBENMAIsNINNTAgeussiaussunalila 0.05 g Taludenuainuiou
Nazon Wi wazduiinuninle waniidegredanaradirnlumimn faamgll 850°C

5’5 £ < v . [ ) Y I r-s’lj o
unsenarnlndiiadanysalldnaissuna 30 min wawhiidululogaaudu wagdily
F3uUmin (Satraphan et al., 2008) ud3wwnAuIlaNaunsh (2.2) wag (2.3) Aua1nu

UIUUNUARILEN

UNauTanT (phr) = 1™ 1. x 100 (2.2)
UINNUNUBIEIN

USuaudaninlaannaunisi (1) x 100 (2.3)

SpuarnsiUasuYeIan (%) =
USHNUTANIRUNG 8

2.3.6 MsfAnwAeuNadAdILIATas  FTIR

awnlnsalad (spectroscopy) nuede wadiafiivadestuunaniondu
whndnlad Afidnvandu woundeau (spectrum) Ineflaruerandudouslugiawes
ﬂﬁiﬁ‘ﬂ&; aaulilasivl adudunsnsn eduludisiinueadiu (visible) TUaufsndu
Fanshiloanifiansivaeuariuaiunsalunisiindaninieludiduens nsldmadea
Attenuated Reflection Infrared Spectroscopy (ATR) Humedailddmdunsineiuii
voe¥ng uarisiannsoldld Afumesiiidnvasfivuamiefinrumunnnifuniifay
AATILRAI87T transmission Lawmaila ATR azidumalinnisayyiourasaias IR d1uLdn
ndsiregsfaziAansinmtuniglussninadiegnaiu crystal 7l refractive index g9
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ni1dee1e etfmsriliaguannsenudaunnimdosifugainge Welmannis
agviounduvuaal IR beam annsawsuduiaodslilnefauiuiidududinaouiug-
vwawomnekdnh g lud s guudimniidufidnaieigunds thildufimnutudaly
ouflgaungfl 70°C Wunan shr tluduedimes 1 Auflogranutuiindeluiidusisou
ihilduenaiulunaaeuseindos FTIR

2.3.7 M3AnwIABUNDEARIEATEY  SEM
MTIADUANYAULNIINTLALAIVR0UNATANTUENETTUYIR Anwins
nszanefIvesoynIAdaniasuLsdlussssuAaiunsasinlilaeisnsldiadendes
qanssmuuUdeInsIn MAdNe1asITHTIRTLESuLTIfeBudyTan1 MiunsnToy
duifisafuiuiade 236 lnswIsuinguneasvlululasiaumal dilufnasuuuty
neundesaziadoudienes ntuthiunudiedos SEM Tinsevidnuarlufiinesns
ilegdnvaiznisnszaedinazanuiniuldvesdanitue
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UNN 3

NAN1S98 WazN1SNUsIUNE

3.1 wavasanududuvasihensteanuaansalumsdriulfuazainuadosvesinens
vauzsiufiseunuusEndnedgnin
MNSANEIRATeIANUT LU el T NeaTin I 20%, 25% uas

30%  yhufiseuvusgnineigameduansnedaneia  TEOS  lutBinuiineliAsdan

a5 phr TasmseesliAnuiiseniitndudassnineignie auigmadudedesfuuasnou

sidn 7 Fu veasuanuviln (viscosity) WlsutanneumodnuasingsTsumAnay TEOS

NedouUsEANSNINNINAnTanT  audinueouda  (plasticity)  LazNanITATIZN

dugruinen Iinadsd

3.1.1  adumile
MnmsAnymanuEiesiasmsiaaumiaveniens  Aldanmehuiase
Wihuauysalnmageuanuviialagldienesadn wes 3 auunsgu ASTM D1200 lay
Funailumsivavesiens wuinthensfienududu 20% wdwhuRAsefienadosdaud
GuUfisenauufiediduaiaanysal Ineddaumia 27.88 cst. Turmedinislidiensd
aundudy 25% du 1318’1&Laﬁawﬁqmﬂﬁﬁ%aaﬁgnmLsihadwaamyaaﬂwﬂﬁamﬂmaﬁm
Tusnirniusiedn 7 Fu Tnsgapdemmadoslutuil 2 washenslenududu 300 wu
hesgydemnuaiosiowhufifonatadu  Tnegrdsnnuieiosvdnuiiseduiy
lifuna 420 min sdenaAslfnmahuiiseriuiiufedemasiiioymenes
gvntanhlfheadeaueiosldhelunsdthensifanududuresios
3.1.2  UsgAnSamnisiiadan
VAFOUMAIUADE 19T DUAIUVBUNIVDIARUNDFNVDITANAULNETIUTR  1nY
wisunnaeutniin 0.05 ¢ Wusluman fgnmnd 8500C 14aa1Uszanm 30 min ua
nsvadeUR TR 4.1 uaznndl 4.1 wuinthensfienududu 200 THémesdaniigaan
fie 44.50 phr  usithenefinrundadu 25% way 30% lHdmesdamisniii 39.16 phr
war 29.01 phr mudu nrasinanaInsaesueldimendinududy 200 il
Humludosmuaiosveniendwhlinsdnfusswinenstu TEOS Walglanng wazeh
TinaiaUffseduauysalinnieallude . Gusndsantiensfienmdudu 25% wae

30% PivgvenuEissveneuaeUfse T lianuiseliauysaivinnis
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Thensirududu 20% Ysunameudidantasantosas Tuvnefinanisvaaeuiosas
mMaUasures  danmiuunliulunadsrfuiulSuand mdnswn Nan1snaaeusnsIed
3.1 wazn il 3.2 wuindesaznisasuresneunednuesdanifug1sssuyR enududy
thens 20% Usinadesaznsiiasuresdaniiunnnin thensiieududu 25% uay 30%
Tnoanunsadansesiduindaniaes 98.89% luvaiziinnadudiu 25% wag 30% @nsn

a

duATLNBUTYTANLA 87.02% Uay 64.47% AUAGU

A5197 3.1 USEANSAINNSIAATANIUDIABUNDENVDITANINUYIGITUTIR  MMS8UINNUI

gnandANUITuARAUINUSAS M UUSERITIgNAfU TEOS luuSunaineliiinddnt 45

phr
Silica conversion
Sample phr %
20% NRL 44.50+ 0.89 98.89+ 1.98
25% NRL 39.16+ 1.22 87.02+ 2.72
30% NRL 29.01+0.88 64.47+ 1.95
50 ¥ U]
—
o
a0 - b
= e 2
S Ee o
= 30 VA =
g oy o
S 50 A AR it
U T et ot et otk S ]
- % Rk
< A it
07 o NN
A —
0
20% NRL 25% NRL 30%NRL

AT 3.1 FUAYN9SPEILYDLO 1UBIABUNDANVDITAN N ULIGTIUTIRNASEN 31N
g ilANutTuseiwiU s e uusEnIigniaiu TEOS Tulsunaminelviing
an1 45 phr
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120

100

80

H64.47

piny
e
s
i
s
i
s
i
s
i
s
i
s
i
s
O et

Conversion (%)
[
(]
|

a0

. &

NRL 20% NRL 25% NRL 30%

MW 3.2 S08ATUDWNIVDIADUNDANVDITANINUYINSTTUIIRNHTININNUIYINLAINY

WutuseiuyiUisekuUsEningigniadu TEOS Tuusunamnelmingani 45 phr

3.1.3  duuAnNgauda (plasticity)

HAYDIAUURAIUBUA Iﬂsﬁwi’a@ﬂauwaﬁmaqfwsmﬁsﬁmsmauaz TEOS 1130
Feurses two roll mill Tneldszey nip 7 1.65 mm. $1wau 2 seU Wuens 2 Assldlamna
W 3.2-3.6 mm. nantuhtudaegslunageummsuiiausousa (nitial Plasticity,
Po), AUBUAINAINITEU (Plasticity Retention Index, P30) UWazAulAILDDUGN
(Plasticity Retention Index, PRI)

NA597 3.2 wazn il 3.3-3.5 wanawa Po, P30 way PRI wuinen Po 183814
sssumATiautudy 20% fanuseusngs Taedlen Po 54.33 wasidleifisudiue Po v
ABUNDANYDITANTULNISITUARAMI TN 20%, 25% uay 30% WUINHANSDUY
Franas tnefian Po fie 106.00, 92.20 way 74.97 suasu Tuvaziien P30 fuualiuluna
Wenifuiue Po Tneilidnde 19.43, 10430, 57.13 uay 24.50 AuaEU waziiiefiansane
PRI 993AR3MOAAYBITANNAULsITURIITA TNt sia gy 20%, 25% ay
300  iansduniuienisesndndufigamgil 140°C 1unan 30 min fie 98.40,
62.00 WAz 32.68 AMEFU 9g9niN819555UIR 20% T Lilesa1n TEOS lukiaianadi
Juvoaudsly LﬁasJﬁﬁqlﬂsﬂ’mmNmsmﬁaulmsuaaimLaqasuaama i llaanavodes

44' av v & = | LY o £% = < a X Y = | a
Lﬂaauwimmﬂw UAINUBDBURAIANEA Vl?IﬁEJWJiJﬂ’JWiJLL?NLWWUU LLﬁﬂﬂ‘lﬂL‘Vi‘U’ﬂ ADUNDARNUDY
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a

FANAULETINNA - danuduusienisuaninveduianagisionmniiadled  wiluainy
WNTuNeNei 25% uag 30% Twwilidun PRI anadliaaninnsviujasenlidauysalvinla
USnamanuindutiey dsaenndesiuiansnaaeulssansnmnsiiagang wagaundniuy

TavUaaBanwazen

AN5197 3.2 AUURANUD DU VBIPDUNDENVBITANINULNSIIUIR MEUTAIU LT UVDIUN

Sample Po P30 PRI

20% NRL 54.33+0.76 19.43+0.40 35.78+ 1.24
20% NRL/TEQS 45 phr 106.00+0.10 104.30+0.30 98.40+ 0.25
25% NRL/TEQS 45 phr 92.20+2.89 57.13+0.64 62.00+ 1.80
30% NRL/TEOS 45 phr 74.97+0.38 24.50+0.78 32.68+ 0.87

120

,_\

=

=
|

P~
<
=

I~

oo
o
|

iy
S Y
iy
S Y
iy
S Y
iy
S Y
iy
S Y
iy
S Y
iy
S Y
iy
S Y

(=3
o
|

iy
(o=
|

Initial Plasticity, Po

[~
o
|

&

209%NRL 20%NRL/TEOS  25%NRL/TEOQS  30%NRL/TEOS
45 phr 45 phr 45 phr

AW 3.3 ANUBOUSISUANYBNNENAAIINTY 20%, 25% uay 30% vimfAzemuY
serineignieiiu TEOS TudSunauiineliin®adnn 45 phr
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120

100

(8]
o
|

iy
(o=
|
50

19.43

=
e o~

e EEEEEREEY
) LETRTRNN
) Bt
) LETRTRNN
e PPN

2
o
|

.

209%NRL 20%NRL/TEOS  25%NRL/TEQS  30%NRL/TEOS
45 phr 45 phr 45 phr

ATNN 3.4 AUDIUAIVDIABUNDANVDITANINUYNTITUIIRNAINITBUNAT NN
WYAANUTUTY 20%, 25% Wag 30% vUAsewuuseniedgaiaiu TEOS TuuTunui
neliLAngan 45 phr

120 7

100

@
9
o

o

iy
S Y
iy
S Y
iy
S Y

0 — | | | |
20%NRL 20%NRL/TEQS  25%NRL/TEOS  30%NRL/TEOS
45 phr 45 phr 45 phr

20

Plasticity Retention Index, PRI

L e

AN 3.5 AUUANUDDUAIADUNDENVBIRANINUYIISTTUY R TLATHUINNUIB19NAINUTUTU
20%, 25% wag 30% VMUAseuusEnIeignaiu TEOS TulSuaiineliingani 45
phr

3.1.4  Wan1TIATIZRSUFIVING
HANTNAFDUSNYENITNTFANYFIVDDUNIATANULWETIUYIF  MBLATed

SEM 7imasueny 10.00KX ¥89AUnadnva9fan1nugesssuynf MnseuaIntngnanaing
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Wutu 209%, 25% wag 30% VUFAZe1 wuusgnineigaiatu TEOS TulsunadineliiAnda
11 45 phr uaneianmd 3.6 definnsannind 3.6 wuirdnuusinuingna (a) reuwednidu
dewdentu dewSeuiiieusu (b) Auandlidiuinfmidnvosreunedn Jdnumedy
naNfou WAy (©) Auanimafunguieuvesivihdavesneumedn aunsnesuneld
dmzjuﬁauﬂ?ul,ﬁmmﬂmmhjLaﬁaimaafwma Fedunmannsduivesinens  dlevhens
gudemnuiaiesluvasihujizoliaansiniisoveluls  UiiseiiAedddauysaii
Tipuanusalunisitniulavesganiwaz el

AWl 3.6 wanadnuasynadiginenvesiantihinuesTannesmednuaisnaiendas SEM
a) 20%NRL/TEQS 45 phr, b) 25%NRL/TEOS 45 phr &g c) 30%NRL/TEOS 45 phr

3.2 WaUuIuaNINadan,
3.2.1  @unla (viscosity)
PnmsAnmANuEdsvesielaensinmariavesiesildainns
yuFRenintuauysaiimagouaaniin uansasd 3.3 uaznnil 37 wudwis 3
wadadleUsinaasiedaniiinty anunieilaunltuduiuie Tnewadn interfacial
fianmnumie TuusunadinelfiAndan 5, 15, 30 waz 45 phr s‘ﬁqm TngdiArmnuninAe
18.42, 20.92, 23.89 @ 27.88 cSt. aua1su wada Stirring TuUsuadineliAndan 5
phr fearunielndifesiumeda interfacial fe 19.77 cSt. uadleUSunaansnedand
dindudu 15 phr Aeumdiadiiutugedi 42.98 cst. Waliuuiinamanedaninusing
Imegapdornuadesliamn sy iiseauaieanysald uaznsld siica stury Tu
Usuauiiliidana 5, 15, 30 uaz 45 phr SnAnuniafie 26.85, 31.03, 33.69 waz 34.83 cSt,
puddu  JadewSuiisuuinadainivinty  newedediviiufAzeiuendstunuiy
wiallA interfacial FAAnumiiasinit weda stiring waznsld silica slurry fesarnneda
interfacial in15vhUjiseres o WWu Ao q luvhlraanisduiulunguiouvesdudyadn
uansearnivadie  stiring SsneliAnnsnudilunguieunesd@nilate  Snviinade



AMULEDESUBIUIYN9DNA Y

z:l' = a o fa a aa Y] v
LLagLll@LU?EJ‘ULV]FJ‘Uﬂ"Iia\‘iLﬂiqgﬁau%msﬁaﬂqﬂUﬂqiﬂlsﬁ

sturry  WuinrwIneuNAduTNIANTIdNATIeElawnannd vilieanumiaaindinisly

silica slurry

A5199 3.3 AUVLAVBIUIENAMUTUTY 20% LSUAY LAZUIENNANUINTY 20% 791N
UfAsenduansnedaniviin TEOS lnewalia interfacial, stirring wazn1sld silica slurry

Viscosity
Sample
Interfacial Stirring Silica slurry
20% NRL/0 phr 16.95+0.51 16.95+0.51 16.95+ 0.51
20% NRL/5 phr 18.42+0.17 19.77+0.49 26.85+0.07
20% NRL/15 phr 20.92+0.37  42.98+0.26 31.03+0.49
20% NRL/30 phr 23.89 +0.14 * 33.69+0.06
20% NRL/45 phr 27.88+0.73 * 34.83+0.13
wanewg 1 ¢ engydennuafeslurnsruiten
&
01 N‘ [0 20%NRL
45 - m . :
o [ interfacial

% R stirring

N silica slur

=N

viscosity (cSt)

15

30

silica (phr)

45

AR 3.7 ANUVNAYEMNENIANUNTY 20% BUAY LAZUNENRANULTY 20% 71910

UfATeU TEOS Inewnatlia interfacial wAliA stiring wagn13la silica slurry

silica
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3.2.2  UsEaNSaImnsiNafdanT

PNANTNT 3.4 wazandl 3.8 wansUSunand@anmdinisen wuind
USinas 5 phr uay 15 phr s 2 weldadvesdaniladalndimesiy widlousinadan
Wduit 30 phr wada stiring Tiévesdaniiiantosas Wewnmnuldadesveniens
ylRAnARSeTlanysalUSnameaidanildiavasiioras  usmada  interfacial
BnameaidanitldiusldniutununsudsUiinadan  luvaeil Sovavmsivdeu
YITANMATINMITHN WARSHINNTIT 4.8 waz MNd 4.8 wuidUsinaansiedaniiaty
Uhinadulyianfunliuduty  uenandwuihnmslavsinaansiedanlusiudiunn
Auly desaliuszdvBamlunainuiiiotanas lnewaia interfacial  ansawasuiy
Fanle 94-98% uavenunsald TEOS TiAnTangeie a5 phr luvaeiimada stiring
anansawasududanild 87% wavanansold TEOS ThAnsanngagalaiiu 15 phr iilesan

Uyi1n153ui1u9 e

M990 3.4 FUFDYNSS PYAILYDROUBIABUNDEAUBANINUYNSITUR IS eUANUNY AN
WLTU 20% WpeUsmaRiAkarUSuNaEsTan

Silica content (phr) Silica conversion (%)
Sample
Interfacial Stirring Interfacial Stirring
20% NRL/ 5 phr 4.74+ 0.53 4.37+ 0.55 94.83+10.64 | 87.46+10.96
20% NRL/ 15 phr | 14.10+ 0.33 12,42+ 1.19 94.03+ 2.18 | 82.78+ 7.96
20% NRL/ 30 phr | 29.47+ 0.85 9.96+ 0.62 98.24+ 2.83 | 33.21+ 2.06
20% NRL/ 45 phr | 44.50+ 0.89 * 98.89+ 1.98 *

nuewme : *hegaidsanuatesiuraeyiugnse
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o
50 Q
g_ . O Interfacial

40 -
. S Stirring
& o
el (']
= -
[1F)
kS
o}
]
G
<

5 15 30 a5

SilicaConten (phr)

AN 3.8 FUABYNNSDYAIUTDILONVDIADNNDFAVDITANIN VLIS ITUTIANHTYUIINUNEN4
AMUTUTU 20% LaswUsimAdawarUSuaanssand

120

o
G g S @
g < S S oo B Interfacil
% = @ = L=
100 - S R A 248
— » s b Bl Stirring
£ 80 -
o
e
v 60 )
18] .
= ’
g E
20 :
0 —l .
5 .53 30 45

Silica Content (phr)

P=] Y 9 a aa ) P H v v
AN 3.9 S88aTVRANNUABLNDFAVBITANINUYNEITTUYIRNLMIIUINNUNLWNANUIUTY 20%
TnguwUsimaaAwarUSIME15TaN

3.2.3  duUnAnusauda (Plasticity)
NANISVAFBUANURAAIILDDUNIVDIADUNDANVDIRANINULINETIUYIRNLAT 8L
INUBNAANUTUTY 20% MU AT vasnedanivlla TEOS Tulsunamineliin@dn,

£

5, 15, 30 way 45 phr lnawadla interfacial, stirring wagn1sld silica slurry lanagail
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NMNT 3.5-3.7 wava g 3.10-3.12 wanswa Po, P30 waz PRI va9
ABUNDAMUDIBANAUENISTTUTR WUTAN Po SuunliianasnuUSunaesiedaniiuiuiy
Tnewedia interfacial fA1 Po fe 57.63 uaz 105.07 luuSmafineliiAnddn 5 uaz 30
ohr Tuvuefimeda stirring wazn sl sitlica sturry TuUiunasiineliindan 5 wag 30 phr
AN Po WA 68.67, 78.37, 68.33, way 92.13 auasiu Tnefian P30 Suuildulumadieoniu
fuAn Po Taewnadla interfacial fld1 P30 gefis 100.77 TuuTuaudineliAndann 30 phr
Tuvasfinade stiring wazn15Wd silica sturry T P30 uA 22.77 uaz 55.63 muddiu e
finrsandn PRI nuidianudumusionisesndinduiigamail 1400C Wua 30 min &
pualtiifndunuUSnaansiedant Wesmnnsduaseidant essEu interfacial,
Stirring wagn1stY silica slurry Lﬁumilﬁmi’gmﬂﬁLﬁmmu%ﬂumfasm Faaonadaiunis
waznsly

a' = ™ = a ' a a aa
NAABIN 4.1.3 LLagLil@LTJ?EJ‘UL‘VlEJ‘Uﬂ']iLaiilLL?Q?%V?WQ@HJ\?Q@U"UM‘J‘UGﬂ']

silica slurry  1USunauwiiunudnen PRI vesneunedng9iillasumiedugyaanidiagind,

pouneAnenld silica slurry LlipseineynAdudydandiduduieferiuedlafuasd
a1 luilognsiifngd

3.2.3.1 Augeudusuai (Original Plasticity, Po) Han1sa&auAINNe ol
FISUAY LEAIAIRITIT 3.5 WagnIni 3.10

A15199 3. 5 ANUBBUAIUAUYDIVDIADUNDANVBITANNULIIEISUIIR MU SUSUNIENS
AN

Original Plasticity, Po

Sample
Interfacial Stirring Silica slurry
20% NRL/ 0 phr 54.33+0.76 54.33+0.76 54.33+0.76
20% NRL/ 5 phr 57.63 +1.10 68.67+1.20 68.33+0.91
20% NRL/ 15 phr 89.73 +0.97 93.47+1.50 81.80+1.28
20% NRL/ 30 phr 105.07+0.23 78.37+0.71 92.13+3.26
20% NRL/ 45 phr 106.00+0.1 * *x

aaa

e - ¢ degnsgidnnuatesluvugyinugnsen

ad v 1

** (RUNDANVDIDANINVYISTTUV PR AN WAL T lUAINNT AT EUTY
Naaaule
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120 8
S
00 - ] i 209%NRL
~ [] Interfacial
& 80 m%g Stirring
= “ © oy O -
£ : Silica slurry
S 0 4 B 22
e i
[ "
w a0 4 |4
c [
o H
o 4 It
20 !
x
O !
0 5 15 30 a5

Silica (phr)

AN 3.10 ANUDDUAISUAUVDIVDIABUNDEAVDITANINULNITTTUYP LA UTUSUIUTAN

3232 avianueeusda (Plasticity Retention Index) Han1SNAABUAIILEDURINGY
A58V LARIAIAITINN 3.6 WAL NN 3.11

A15199 3.6 AYNAIINDDUFIVDIABUNDEAVDITANINULIIGITUIR AL UTUSUUANSTANT

Plasticity Retention Index, PRI

Sample
Interfacial Stirring Silica slurry
20% NRL/ 0 phr 3578+ 1.24 35.78+ 1.24 3578+ 1.24
20% NRL/ 5 phr 35.70+ 1.74 37.54+1.17 32.59+0.87
20% NRL/ 15 phr 62.11+ 0.30 58.45+ 4.64 56.53+0.81
20% NRL/ 30 phr 9591+ 1.24 29.05+ 0.40 60.44+ 2.22
20% NRL/ 45 phr 98.40+ 0.25 * *x

NEWA < *  nesaydenuaiesiuvaugyiny

aaa

nnsen

** GUNDANVDIDANINVYIISITUV PR AN BT ldaNIsaeS T UNaaaules
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120 o~ =
= & < [ 209%NRL
£ 100 - -] [ Interfacial
>< . .
G.J Ly ' - -
T g A - gm g Stirring
c Qw2 S Silica slurry
= | L0y .
g © ST
3 3 85
> a0
o
G
o
0 5 15 30 a5

Silica (phr)

AN 3.11 AYRAIINBDUFIVDIABUNDENVDITANINULIIGITUIR MU TUSUIUTANN

3.2.3 NANTIATIHAFIUINGN

NANSNAFDUANBAIZNNINTEANLFIYBIOYNIATA N UL TUAMELATEA
SEM fir&swens 1 um YoilduALNDENUDITANAUENIE I RTIAT BN N A
dudu 20% AinUiATendu TEOS TuuSumiinelviAndana 5, 15, 30, uaz 45 phr lag
wadla interfacial, stirring wazn sld silica slurry FawansdanInd 3.13

dofiarsannind 4.13 dussiiuldinisldvata interfacial Tdnumenisnszaned
suaaaumﬂ%ﬁﬂﬂusmﬁismnaﬁﬂdwLﬁam%mﬁauﬁ’mmﬁﬂ stirring wawnslY silica slurry
Taefinsld silica slurry (nwil 3.13 g, j) finsdusudunguifouneseyniadaniogiaiuls
o losanneyniavesddniinsanisisivuialvginiuaziinsnzfunguieuninnis
5uByadnn uazilefasaneynindudydaniiiduaszildainmaia interfacial way
stiring wuiTluuSuafineliiAndan 5 phr (A ndl 3.13 a, e) dnvazn1snszanesaTill
wandeiunIn widleinySuaansnedaniit 15 phr (0wl 3.13 b, ) wudnisldivedea
interfacial §amenszaredaled Tuvarfinisldmaia stiring Wumuwanssegadiulddn
L?M%’Ué}’aLﬂuﬂfjuﬁau LLazLﬁaﬁmﬁmwﬁwé’wmaﬁiwaﬁu Ya4mAlla interfacial Wag stirring
(nnd 4.18) wuifivSm@ang 5 phr auineynirvesits 2 adalndiAesiu duuie
oynalaiiAu 500 nm uaziilaseatiags luvaeivsunwddnn 15 phr 3aniildinaia
stirring azlivunvesnguieulngininnislivaia interfacial uazilowIouiisuUiinuda
ndisstunuindeuinadanludenafiuntuninimenguiureseymadaniludesns
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WINTU 1H0997nUSUNUT AN NN T U UE195SS U RABUNDFNYIN AN AT UAS NS U1TENINETY
fuauNATaNTUeWINTuAmAlEANUARNITTINNGUINTY

AN 3.12 LLamé’ﬂwmzmqé’mgmiwEJ'PU'eNﬁa‘ﬁuﬁwﬁﬁmaﬁaaﬂamwaamﬁummq@hﬂ
nNae9anssAlLuUdeIns1n (a) interfacial-TEOS 5 phr, (b) interfacial-TEOS 15 phr, (c)
interfacial-TEOS 30 phr, (d) interfacial-TEOS 45 phr, (e) stirring-TEOS 5 phr, (f) stirring-
TEOS 15 phr, (¢) silica slurry 5 phr, (h) silica slurry 15 phr, (i) silica slurry 30 phr, ()
silica slurry 5 phr
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200NM  Mag= 2000 KX EHT= 200KV Signal A = SE2
H—

200 nm  Mag= 20.00 KX EHT= 200KV Signal A= SE2 b 2019 lumj
WD = 8.5 MM _teise Recucien - Fane il Bus: H fiemre 522 = 00U i s

WD = 7.6 mm taiss Faduzbon = Frems . Susy

200nm  Mag= 20.00KX EHT= Z‘BDW Signal A = 8E2
—f

200nm  Mag= 20.00 KX EHT= 200kV  Signa
WD = 7.5 mm Heize Recucion = Frame i Eu =

Date 26 Feh 2018 um‘ Date 26 Feh 2018 um‘
of QOO $20 3000 e WD = 82mm rcise Re g OSSN e e

AWl 3.13 uansdnuaizAINsEIeMYeIeYNATAN U SsTIIIAMEIATBINERY SEM 71
f1&uene 200nm TesABNNEANTDITANITULNEIINTIRTIAS BN N B AT
20% iUfATeAUansieddnieila TEOS Tuvsinaiineliia 8dn1 5 waz 15 phr lag
wAllA interfacial kag stirring

3.2.4 NSNAFaUSIELATRY FTIR

Tuanmenawieuuazesdsznevtes  TEOS  Budufdafutu  o1efiuase
UszavBnmuesnisiingan lefigadauuigiudanan fldugsvesihenounednueda
nazgnisBeslagnseuwisiigaumai 70 °C Wunan 5 hr wasthluiulilusdiawmesnou
thluneaeumidvesdanlasnsiwndigamgil 850 °C 1uan 30 min Iénafauandlunm
7l 3.2

nnmazdiuldh  definsanlasamauudiiy  maliamaduwuuiiedls
UszanSnmnisiasuann TEOS Wu Fanfigeninuuudes 9 i Tnemaduuuuiiiielne
T CTAB TUssAvBnmasan TasAnmadowdudan edludiiigeda  979% 2uly
Tuvoue



W batch/TEOS batch/TEQS/H20 M batch/TEOS/CTAB

% cont/TEQS % cont/TEOS/EtOH # cont/TEQS/CTAB
0 r 446 449
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

10.0
0 k 8.1;" /

4.84,
394848, 5353,

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

=

M TTH T TGN

5 15 0 45

3
cSiO,/ phr

(@

B batch/TEOS batch/TEQS/H20 M batch/TEOS/CTAB

% cont/TEQS 7 cont/TEQS/EtOH % cont/TEQS/CTAB

98.3 98.2 99.8
100 ~ 96-89%.1 96.2 3 94.9 95995 5 93.9

90 Fgos 3
80 |

70 63.63.1 i b4
60 - . ’/j
50
40
30
20
10
0

[is]
.I\J
[i=]

58.0

Conversion / %

T H T T TS

30 45

cSi0,/ %
(b)
AN 3.14 YSunainvesname suundsudyainiiuensessuvian1isnsniey

e (a) wanawarlu phr (b) wanawatdu % conversion
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Fnmsiuiieutld TEOS Wen q asfiuszavdamsilugige SO, M 9 ulugiaen
cSiO, ?quqsﬁyu Uizﬁw%mwéagﬁummﬁﬁu Uszansnwmain@anivesnisld TEOS 1fien
7 Tensduuuuiidiendu oglurng Uszanm 80-98% Tunsuaiziinisld TEOS ifien 9 was
Fusaidlesiiy UssAvBamninAndameglutasssanns 53-88% LHuihindunerin msld
evsuealiuivinazasres TEOS Hu Tiszansnimuesnnindanim (63-64%) uazns
wsliing <o, lifinaunindevszAniamnianfedanm  lusmefinslddduls
Usgansnmnsiie@anigainiinisldiensuesstaiiulatn lagliuszdnsnmnisindani
a9ila 96% Ty cSI0, Wiy 5 phr usiluunluanasile f1 cSio, Aag

fifudutl annsneduigléin lunsuauuuuiiAeniuiaesigmaszuenduaesty
ogadnon Taedpaaues TEOS azegfuuudnililesiunissemesenveuenluiilods
Fuansdlimafaufiten (catalyst) wosthuaz TEOS TUseBvSnm  daunisiiy
wuseidesty  Temanssveeenvesedludefinnniuuuiuiidies  msldiniens
TEOs  TszdvBammaiAndangs Wil Sio, ¢ enalumsignisiin pre
polymerisation revldadlulutherwiliAnesdlnuesvestanfifiminluanassiunis
wdnmUfisedeluthenhlinisfnddniauysaimintdues  videdesuslngendondn
aunaiedudniumafiaslulussuoshfudunafuasiuiy  shldnsfaufisenly
raviivhlmAnndnsusine Fan1lASAutiues Tunsdivesensiueatu fazesuieny
winaunaniudity  wlinansstudrasunsldthndnie  2nUfisenmawioudans
wandluannsii 1150 audildi nsweadundnfasivesufisesewinahuas TEOS
ey maisensiuesluszuuwhAudumaiiundnsusivesufisedinan lrufAze)
Tugmthdnas dealiUseansninnisiinddnideemuasiume diulunstivesnsly
CTAB Hu aziulddaritaifiudsydvsnmmaindan nalnlivsiuuidn udatedn CTAB
ﬁ?uawazlﬂLi'amﬁLﬁmﬂg‘jﬁ%mﬂmﬁm%mmm TEOS

3.3 @aunwwandnn (plasticity)

TngUnfudy andfrnudunaiafinuesens Ysuenauanunsatunsiunisinates
ona lufiiide reuweAnvosenwuardudydamilnodls lnodwanafndfidudu (PO) Usdis
Anuaansalun1sinunsvarsoruulesraNnadnnounswlsl warAdviinugeu
fa (PRI Ustifamnuaninsalunisinuinnuudeesneumodamdsiunszuiumautssy Tu
msfnwadell  anunmnanaingninaldiiiosdieeuanmsolumafnussssrinade
enuaroynafanifinszeludosns  Tnetladofiviliamananad Susugaiufnanuss
'izm"mLﬁamaLLazﬁa%émﬁqﬂ USinadamiliings uaglassainswesdanidigs



36

m batch/TEOS/CTAB
cont/TEOS/CTAB

batch/TEOS/H20
cont/TEOS/EtOH

m batch/TEOS
cont/TEOS

140.0

_OT,T,T,,SsE
T aOaESS

91.4

95.7
45

104.0

102.3
30

cSiO, / phr

@

85.3
15

1o13se|d |euldiio

m batch/TEOS/CTAB
cont/TEOS/CTAB

batch/TEOS/H20
cont/TEOS/EtOH

m batch/TEOS
cont/TEOS

140.0

I¥d /xapu| uonnualay Alise|d

120.0

AT S

77.8

86.6
45

AAVYNNEITUIANEN1IZN LAY

- SN

30

(b)

3.15 AnAaRTRveNANDTLUNTBUTYTA

#1974 (a) PO (b) PRI

cSiO, / phr

AT

15

a
AMNN

a

[y
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INWANITNARBY FakandlunIni 3.15 du wud IaeamsILE A1 PO 83 NSLAY
TEOS wuuilifentiu gandinmsduwuusiewien duuandliiufnisiiusssenirailosnuas
FANgendn wag/v3e 81inINNSHYSIIANNTSIARTEENgendt nsld CTAB 9aglvian
PO Af1gm Ineanizil cSiO, Wiy 15, 30 phr usvzanasil cSiO, Wiy 45 phr Malle1aiin
NNsHENAUAINIAYTIINISIY TEOS annda uiusingnisalillaiiiniunislyd TEOS
Wed 9 wuudniiey agluannedang1s 7 cSio2 45 phr Wie PO gegn anvemen
= aa a a a aa X7 dyréq./ 2 ! £ v
LDI9INNTFANEN LAz UIzansnINNISNATAN1EIER wivisiAdatdeundinislyd CTAB nsld
W39319 TEOS dulvirnisiin@anifiasunn usliien PO i1n31 n1sld TEOS 1hede uagns
14 CTAB wuunsiudiiiedegann vetianaasuneladn msiindunsisenseninesuasans
Auuazlassaiavedanituandt nsldensiueatiu A1 PO 9iM1 awvendniiasiin
Usgdnsnnnisiin@aniiien uagldanunsassuneglauudanavedassainawesdam
\dlofiansan A1 PRI udatu duwiliulumafieniue PO usiiluiiundunsdn PRI veq
=) v go’ 5 [ 1 Y 1 a Ql' . a v 3 dy
nswisalaemsldunty awnsasnwiAl PRI leAnnanigduil cSio, Wy adens

[~ 7 ~ 1 =1 1 v 1 a [y d’lj
Jululaan ansildasluiinamaminudiuniuseniseandmduvediosns

3.4  anudnnulalagld FTIR

ﬂmﬁz’hffu"l,é’maasmLLaz%ammmmﬁﬂmI@stiQm3@@%@6&1@06&3@@5%@@%%’1 R
oglutisnoiavadu 965-1250 cm-1 12 FaanmsAnwives Kralevich et al. @@ wud
mmmmm’tums@ﬂ%’waa%ﬁm’tmﬁmﬁlué’aﬂénﬁmﬂu'quaﬂ5ammmmsa‘£umwﬁﬁu
Igvoaiioonsuazdaniinludg LLazLﬁaﬁmimﬂmﬂfmwmiamsé’fuszmﬂﬁu%aqaauwaﬁmmaa
Fanuavensirsenldainniseson TEOS Auansafutiy (Ml -3.4) ausiulddnd csio,
Wiy 15 phr tu 11514 CTAB WuansuSuussiein lddresdunistiou TEOS wuuilien
Wiouuusrewios ﬂ’lﬂ‘gﬁ’ﬂﬁLLamﬂﬁ’ma’m’liﬂUﬂ'ﬁ@JWf{‘U“UE]ﬂ?h&ﬁﬂ%ﬁﬂ’l@]@'lﬂﬁﬂLLﬁ’j’l %
conversion axgads 87% mi3ld tevsiuea Teuanasalumanszansludiosnsge e
Feufuth waznsld TEOS wWien 9
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