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GRAPHICAL ABSTRACT ABSTRACT

N
J

This study aimed to apply bacterial cellulose as a
%é&ﬁ#% bio-based filler for natural rubber. Bacterial cellulose was

Bacterial cellulose

prepared by culturing Acetobacter xylinum on Hestrin-Schramm
(HS) medium using coconut water as a carbon source.

The obtained bacterial cellulose was dried, ground into powder,

and separated using a shaker sieve. The cellulosic functional

HS medi . .
(using coconat water 35 JoC powder groups were analyzed by fourier transform infrared spectroscopy

a carbon source)

_/ (FTIR). Natural rubber composites were prepared by blending

natural rubber, various chemicals, and bacterial cellulose using a
Natural rubber

NR/BC
e powder =

Other additives 2 w 6 80 120 mechanical properties, including tensile strength and elongation

BC particle size (mesh)

double-roll mixer. The effects of the amount (1, 2.5 and 5 parts
H per hundred rubber, phr) and particle size (20, 40, 60, 80 and 120
5

mesh) of bacterial cellulose on the dimensional stability and

Tensile strength (MP)
S

to break, of the natural rubber composites were investigated.
The results showed that bacterial cellulose could be successfully synthesized, and that neither its particle size nor its content significantly
affected the dimensional stability of the rubber. In addition, the use of 80 mesh (180 wum) bacterial cellulose at a ratio of 1 phr provided
the highest tensile strength. However, the elongation to break of the different natural rubber composite formulations did not differ

significantly.
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1. unih

£195554%78 (Natural rubber; NR) %58
g9 Huitvlsiihensana Hevea brasiliensis
fgnuinnliusslevimegaavinssuegisninans
grasssuvmiunedinessssumaiilaseadg
Tuanauuu Cis-1,4-polyisoprene {unedweasuuy
dunsafiannsadadeaiiegnudusafeulily
annzoamginmieiilognuseieda vinliAn
\WHundn (Crystallisation) 39vilRe1ssssuv1Asl
AUUALAY AD AUNUNIURDILIIAT AUNUNIURD
N192n9719 ANLATET (Toughness) WayAIIN
Bangu Juhliosssunmduianidanudday
aem?jﬂuqma’mmmmﬁmﬁmsﬁaamimLmﬁ LU
819308UA @1en aile 8198n e195AveI S0
wazgunanifwn 1udu egrslsfinu nsiiviag
lelgnSuusznoumeiuseauasnydaniunsiuy
Fedmalenssssurildnuniudenisideuanin
PNUALAA DONTIAU Tolou Lazausou Tauds
annsanmsuanidledudatufvhavanedunie [1]

INNTAessTsuTRvedauTRdanaiinge
ianansaldansdufiusngn wu nad uaaldey
AFUBLLA LazTiaRY LloanduUNSKANKER ]
fliilddosnisandiaudiuainuudussntn
LLm”Lumamﬁm%ﬁﬁamﬁmmwﬁumqq U AN
saeud S1uJusesliansiufuasuuss (Reinforcing
filler) vitelildautRiBenainty Feansiaduesy
usaitloalilugramnssuil 2 viln fo winduas
Fan1 Fawdiifuansdufnasuusesin Black
filler MAFuLINAgalugnamnITueNIsITUYR
WesnnTaudRidanadifuwazdinnudafuldsu
8195550RANIBEN dmSudanuduansiuiy
% Non-black filler Tiundnsasiensiidosnis
A e uinsiinuiovesdanidngiladdy
vaslwauon (Silanol group) fimniitags dana

Tidanuihuldfuensdn Sududosldansiia
A ulFRaAs 2]
asdnAuildifunesssumatudningle
UANINGINTEITNNANTUEIMNALY naafe
\nad uaadeunTusiun Viadu wagdann iutand
Fnnsymmsduiuiessidagin daushdld
wanmainditliauysaivesniniitunian
T5anAuuaz]sUgREMNTTL FINTEUIUNITHAR
annsaneliiAnfiniounszanld (3] dady
Tutlgiudedinsfnuiageenlndniiinasldfan
Frnaidutagmdelininisinens wu wld
Pdunay @ulodulzan @ulouendn duleld
sy snliduansiauduluensssund demui
i’amwnﬁiiumammﬁ?ummmLﬁuamﬁ’&%ma%q
grasaundlddadunaninanuudausweadule
waglaaluiie [4) egndlsfnunisiieaglaauszney
menylansenda (-OH) uaziliniuuasiaiivaglaa
Wuesduszneu vibilassadawaglaginiied
asdundnuaziinfutuendldeonn elnuadens
nmsmudleuluwaglaaainunau (Rice husk
nanocellulose; RHNC) iielsanunsaranldidu
R uusltuateanuuansliiui
aad Imenunnslaiugne 25 phr sauiu RHNC
5 phr anunsasivandinisiaaluduwarlvauds
WanalnatAssiunisldiwangn 30 phr [5,6] uen
wileainiinudy fuuediGevarsviafiaiungg
duanenidulowaglaals lasldunasmisuauain
thaanglaa glasa viewsnlna Huownadeado
Bonfanfiietuidn waglaannuuaiide vie
wuafliSuawaglad (Bacterial cellulose; BC) 1lu
dulovunadnideududuiun fanumieags
fmnuuiqnsgs lufidandseneuvesdniu inaiu
waziefiwagloa nsilldnudandvgIafedes
AUTEANIINITUNNYG QRAINNTIUBINT
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LLaxm%qfﬁaN [7,8,9] mﬂmiﬁmsé’qmsww
LLUﬂﬁﬁ&JaL%aqiaaslf?fﬁ’]maﬂqiﬂa ylasa %3
synlaa Wuundsansveudmiudsatewuaiide
Seudsenannanefldnandnnisnisinuesidu
uvidsaiusy Wy thugwim [10] Ywaldiddagy
100% (wotila ofu uazdw) iien wasem
wazTun s [11] thduandendudese [12]
Hugiu Faunadliansueuusazsinaunsarilinin
wuafiGeaiwaglaalaluysinaiiuandeiy
wuAiSeawaglaaia1n1saeguse (Shape
retention) WALAIUNUNIUABANTANVIA (Tear
resistance) figanindulodannevinatsvia wagd
audivuniuseussisfinninduledunsziuas
woAwesurwln uenantidnvarlnswaiaduled
‘U‘Ll’mLéﬂﬂ’jﬁLﬁuiﬂ%@ﬁﬁ%%ugﬂU%MWm 10-1,000
win wazdnninduledunsigsininndt 100 win
wulefidnwaurla liazansludvhavatonneg wu
linenlansonlys (Sodium hydroxide) WnIuea
(Methanol) wavesdlau (Acetone) [13] Snvahs
anuNsagosdaeMUsIINTRLE FansTinuaTisea
waglamYuwaglaaiidauuiqnigs laifinns
Juidournaniunansiwaglan uarlfautidana
75 Femnuuraulalunisialdiduansidy
Fg1UdINTUEI5ITUYIA LﬁaLﬂuﬁugmiums
Waunasiiuuss (Additives) m19Tanmdiiaau
FeBu annslinsnennsossuvandudvunly oy
ansnUszendlitunedimesulindug luouen

2. aUnsaluazisns

2.1 nsnsennuAiiituaaglasuazn1sinsei

LG]‘%EJ&JENWlﬁLayENL%I@ Acetobacter xylinu
@m3 Hestrin-Schramm (HS) Inele Yeast extract
(Scharlau, Spain) 5 n3u, Peptone (Scharlau,
Spain) 5 N34, Sodium hydrogen orthophosphate
(QR&C, New Zealand) 2.7 ns¥U uagnIngnsn

(Scharlau, Spain) 1.15 N5y Buthuzndn (6.5
p9AuUing) aulau3unmns 1 8ns Usum pH 1du 4.2
fensaev@an (RCI Labscan, Thailand) siided
gamgdl 121 ssrwadeadunan 15 il uwidld
AUz 360 dadans Wund1de Acetobacter
xylinum 40 fiadans dslifigamgivendunan
30 Ju azinuuaiiSeawaglaadnvaziujuuui
pwnadsade MntulniuuaiiGeawagloaiilsn
Sadhethnduiievinansermsfindets waadu
Tudwiendunan 30 nililevdnwaduunilse
Mt ahndulrdutudng uithnduiicld 2 u
WSy pH Whunans ndniuuuadiGea
waglaafiazonlusnliwtadunar 2 Yu uady
HIFIBIASDIUALULINGEISR (Cutting mill) wazuen
A 20, 40, 60, 80 uaAY 120 WYFBLASEIEN
MZLNTITOU (Sieve shaker) UipE9NILUATITEA
wagladluliaseilassasamaniisiefemaia
WiSesnsudvleosudunssnaUnlasalal (Fourier
transform infrared spectroscopy; FTIR)
(3u Nicolet iS5, anigosnn) TugaavAaUsEWINg
4500-500 cm* sneauaztden 4 cm™

2.2 NMSAZHNNETTUYIRADNTWER
gresssugfneulndnlaeldiunilisea
waglaaJuansiauuss (NR/BC composite) h3e
Tnonauensazasadl (V3w 1ou.0.19. WBunes
Insd $1f) (Table 1) Frsiadoananassgnnaq
(U9 Wsgyviend 411m) vinnsfine 2 duds e
nsvaaeail 1 AnviavesUsinauunaiGeamaglas
70 1,25 uay 5 phr dlevuinvesiuaiisea
waglaaildfe 20 Wy uazn1snnaesil 2 Anwina
yosuuaLUaTiSuawaglaadl 20, 40, 60, 80, 120
wy TneidonyTunnveauaiiuawaglaailinis
\euusaiANanInnTmaaesil 1 s1snesadile
ilunegeuandinisAIgUemuLInggIL ASTM

D5289-07a MI8LA3B93LOALADSHUUANULAREUT
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(Moving die rheometer; MDR) (TECH PRO) ﬁ
gaumndl 150 ssmaded Wunan 15 undl ndsann

3
v P
o = =2

Tuiugvensneudnnluuduiensoinndn
(Compression molding) (U3¥W w3eyyiFt 411n) #1
aaunndl 150 parwaea dusultinseududy

9 Y

o '

fheg1slunsnadeuanURlena

2.3 NMINAFRUANMENUALTING

ﬁm%umuﬂugﬂﬁuLuammmmgﬂu ASTM
D-412 Die C thiusegrslunnaaufeinios
NAABULTIAIBLUNUTYaIA (Universal testing
machine; UTM) (3U Instron 5966, @3gaiisnn)
Tngldfnnudalunisiadl 500 wn/undl uaeg Lode
cell vum 50 Tdu

3. HAN15I8kAZINT

3.1 nsduaTeinuaiiGeawaglad
Lmﬂﬁﬁ'aaLﬁzjagiaaﬁm%‘ammmwﬁm@?a
Acetobacter xylinum Taglduuzndraduunas
msveu Tednunsduiuiiniaseu (Figure 1A)
flauwmien dneenduiwdnldonn Wesan
wuaiSeawaglaadunguuendulewaglaguuin
\&n (Microfibrils) 1@eufuidusisundewuss
Tnale@anwiaden 1,4 lufldrulsenouvesdaniu
mafu wazlelisaglaa efiauuIqrgauayiili
fenuwmilengs [7,8,9] dlowlumnuisazuaidu
nsaglgdnuasdundimagouuiaiuiunou
AnUa (Figure 1B) nauuafiFoaiwaglaadilsaziii
Lwsnvwiawazldiluansdfulugnsenalagly
snfudetinszuiunsmsviliusendsluidiou

Table 1 Rubber and additives for NR/BC composite preparation

Rubber and additives

Content (phr*)

STR20
ZnO
Stearic acid
Wingstay L
CaCO3
White oil
TMTD
CBS
Sulfur

Bacterial cellulose

100
q
2

30

1.5
0.5
0.5

0,1,25,5

* phr = part per hundred of rubber
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Figure 1

Characteristics of bacterial cellulose obtained by fermentation (A), and characteristics of bacterial

cellulose powder used as filler in natural rubber (B).

3.2 msaaszilassasraadl
MATzRlaTsasImsLAiiveLuavisya
waglaafidanszsile 91955507 warenssTsuTA
roulndn sheweila FT-IR (Fisure 2) Fauundisea
waglaaiiduaszildusngdnya auiiavadu 3290
cm™ (O-H Stretching), 2970 cm™ (C-H Stretching),
1380 cm™ (C-H Bending) waz 1100-1073 cm™
(C-0-C Stretching) Benyflaridusingg § 1Humy
fladduiiusinguulassa¥raaiiveswaglas

JawaglasnniivuazuuaiiGeilasehanfiviloudy
[14,15] wani1svaassiisnanslifiuinaiuisa
dunnwiuuaiiSeawagladladmivenssssuni
Uiﬂﬂgé’ﬁymmﬁ \avuAdY 2854 cm (C-H Stretching),
1637 cm™ (C=C Stretching) Wag 1378 cm™ (C-H
Bending) [16] waze19s3suvIAnaulngs (Figure 2
Q) wuin Usmgﬁ’mmmﬁy’qmﬂmqaiimwﬁLLaz
wuafivaaglaa

—— 3290 O-H (Stretching)

(A)BC

(B)NR

Transmittance (%)

(C) NRBC

H
i
i

4—— 2970 C-H (Stretching)

1637 C=C (Stretching)

'—— 2854 C-H (Stretching)

W My

¢—— 1100-1073 C-O-C
(Stretching)

1380 C-H (Bending) ——b}

4000 3500 3000 2500

2000 1500 1000 500

Wavenumber (cm™)

Figure 2 FT-IR spectra of (A) bacterial cellulose (BO), (B) natural rubber (NR), and (C) natural rubber/bacterial

cellulose composite (NRBC).



Ui 34 aviuil 2 Turnu-wrey 2569

5a15Imermansiasimalulad

3.3 NMSANYENURATINAVDYIGTTUTIRADNINER
3.3.1 wavasUsuaunilzeaivaglag
NMIesENesssRaeulndnfidnnsly

wupiFeawaglaavuin 20 wy (850 luaseow)

wsUSueidt 0, 1, 2.5, uay 5 phr iowens

ﬂamJnm‘iﬂmaauauﬁ’@mimgﬂmn (Table 2)

WuUIaaNesy (Scorch time; ts2) Yadusazgnsil

Alalsneiy wagharianludg (Curing time; tc90)

yeseneUIATTinsANLUATISuawaglaaien

anaadnteewinty (Uszann 1 udh) egrslsfany
mﬂ%l,wﬂﬁL'%EJaLsuanaaiuU'%mmﬁsmﬁu laidawa
nsEnURBnIaTTanTluD

WeAnwiautAdinavess1esssuvif
Aawlndn nwui1 milduuaiieawaglaausuu
0, 1, 2.5, waz 5 phr 194A1 Tensile strength (Figure
3) 71 8.8, 9.0, 7.8 uay 6.1 MPa audIU uaz
%A1 Elongation at break (Figure 4) i 224, 242,
234 way 254% audidu deanstiluuiuna 1 phr
191 Tensile strength gefian waziileldusanm
wnTudanalifen Tensile strength amas wazdien
mnignsililduvafiGoawaglaa eenslsinm
dowSsuiisunsliuuaiiSoawaglaa 1 phr fu
gnsensililliuuaiiGoawaglaanuitantfdana
Taiusnsinaiy tufie nsliuuafieawaglaavunn

Table 2 Scorch time (ts2) and curing time (tc90) of NR/BC composite using bacterial cellulose 0, 1,

2.5 and 5 phr
BC content (phr) 0 1 2.5 5
Ts2 (min) 2.39 2.31 2.37 2.40
Tc90 (min) 6.52 5.21 5.21 5.44
12
—~ 10
& [
= = L
— 8 T
£ T
on
5 6 I
g 4
c
E2
0
0 1 2.5 5

BC content (phr)

Figure 3 Effect of bacterial cellulose content on tensile strength of NR/BC composite.
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20 e Usunad 1 phr wilianunsatasuuseliny
YEITUIIRALA LwiijaLﬁuﬁmmmﬂﬁﬁaama@aa
Puazdanaliioyuneouuafidsaiwagioaludanng
n13dneaiivesangldliianagauiefEn Ay
NUNTUABLTIRIFIanaIn U uILuATi oA
LﬂlaQIaﬁﬁLﬁméﬁu uananifmuine1ssssui
neulwdnii 4 gnsiinnuaiusalun1stnauuie
(Elongation at break) laisnsiusnntin

3.3.2 HavasvuIauuAilsalmaglag

Pnuanseaadlude 3.3.1 msldiuadiitea
waglaau3uia 1 phr A1 Tensile strength
gefigauilowSouiisudunstilutiinm 2.5 uas

300

5 phr ﬁqﬁwqmﬁlﬂiﬂumiﬁﬂmmamawmm
wuailisuawaglaa lngldvuinvesuuailises
waglaail 20, 40, 60, 80 uaz 120 1wy (38 850,
425, 250, 180 uag 125 luAsou muadv) et
grneuUdlunaaeuandiinisaeglend (Table 3)
NUIIANENB5Y (Scorch time; Ts2) waglian
Faplug (Curing time; Tc90) vausargnsialyl
srsfusnnin fady sunvesuuaiidoaiwagloa
lldaransenusoaudfinisaeguvetens
eAnwiautiiFinavese19553ueIA
noulnaniliuuniiGoawaglaauuin 20, 40, 60,
80 waz 120 wyU3uau 1 phr 1vie Tensile strength

250

H

HH

200

150

100

Elonegation at break (%)

50

0

=1

HH

0 1

25 5

BC content (phr)

Figure 4 Effect of bacterial cellulose content on elongation at break of NR/BC composite.

Table 3 Scorch time (ts2) and curing time (tc90) of NR/BC composite using bacterial cellulose 20,

40, 60, 80 and 120 mesh

BC particle size (mesh) 20 40 60 80 120
Ts2 (min) 3.85 3.89 4.03 3.76 4.10
Tc90 (min) 6.15 7.37 6:59 5.98 6.65
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(Figure S)ﬁ 10.8, 14.3, 13.3, 14.7 kag 13.4 MPa
Auaau tazliian Elongation at break (Figure 6)
‘17{ 650, 665, 679, 673 Wway 669%
auadu agslsing nismeassildnanaaau
nguduInIsnaasuiusesnianas 1eide
LAZIAUIGAAIMNTTUEN N158URIUTEmALNY
nansneassiladusenunanisnaaaudilliian

ANUAAIALAABY F9liuansAnanandluns nanis

20

nAaas (Figure 5 and 6) N1FNINTUIAMULANAI
vowusaziuUsTadumagurinadildivindy enns
IduvafiGeawaglaauun 80 walvidn Tensile
strength gefian wawilalndiAssiunslduuaiis
sawaglaavLIa 40 e uandn Welduadiin
a1 Ao 120 Wy ndulvien Tensile strength fianas
waziflowIsuifisunnuanansalunisinauvin
(Elongation at break) Ye9e95TIUTIRREINEAT

15

10

Tensile strength (MPa)

20 a0

60 80 120

BC particle size (mesh)

Figure 5 Effect of bacterial cellulose particle size on tensile strength of NR/BC composite.

800
S
< 600
1]
o
0
=400
o
S
S 200
o
S
(W]

0

20 a0

60 80 120

BC particle size (mesh)

Figure 6 Effect of bacterial cellulose particle size on elongation at break of NR/BC composite.
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4 gns wudibien Elongation at break lyisinafiu
1NUnURUY
Tummnuiiumsinfuiifounednasned
fufiialunafindunsizerfuansldluanasis
1NNTU wazATIESElUNISTATININSIREee
vosmelilunanasnadlognnszsitien daalviansen
WnvLnednagliien Tensile strength vesensiamlud
ﬁq& wazdnliien Elongation at break i1 [17]
JsmnimsiioynauuaiiFeawaglaavuiniies
N1 80 v luladuasuliAndunsiseniuans
Telwanaeadistu egrdlsfn Wowieudiey
fugasilifimsiuuueiiGeawaglaa nuinsly
wuafilsealwaglaavuinnieg luuSuia 1 phr
AusalEsNANLLT IS ID8195TTURRUNER
1§ Semanisvaassiiuandnsiunsdnisididule
sysumAndumaglaaaniiy nanide mswauidle
folugnssssumitudwaliorsanludlauTa
Fenaanas wandlefinuSunamnniubedenald
audAdnaanas iesnesdussneuiiiiveadule
@nflu) ldasnsafndunsiseiuensssuale
FeludarnsmsdniFesfesaslelianasiaile
gnAsga [18] duleivilosdusznouvesiniiuuag
isiwaglaaiindulassaieidudeausiniuiy
waglaadslalassairsifdnwazdundndenun
n1sgnyinane [19] fadu n1sfiaglenssssunnd
arunsaindunsnsendutduledaladsdndu
seeinsUTulsRnduledvansavaelufoy
lansenledion Jedwmaliautimdnarodsns
Samludatudewsouifisuiunislddulefied

laiuSuugara [20,21] ‘mesﬁé’uﬁlama@haﬁlﬁ

<

NUUATITEAZIAUUTANTNFINININLDIN

anunsaduasiginiedinnlanisieuledves
o v o o ¥

wuaitSe IoiluwuaiiSoawaglaanivwiniduniiu

Audnardlusgivunlunfinnuudusgminnsie

10

Tasereenaing [22] fati denamdnfuenssssuwnd
vonwilonnauldihfuanuavesaududag
safuuda Srenansaiatuldanmsiianeleluana
graunsnaenlusyrinetesinweadulowuaiiGea
wagladlaendneiey

IANaNINAAD W ALEnslERiuin usiin
wuafiSeawaglaaavanunsaasuauuduseliiu
195550 R L uansluusinaiivessnnlyiléds
HARON1TaNAUYUYDINAN A a9 Tin Fati
Iumﬂ%'l,wﬂﬁL%'&JaLsanIaaLﬁaLﬁ%mmmqﬁﬁm’la
JamsiesvihnsUSulTsvewuaisawaglad
dioamarunduthannlansendaifieliaunsa
Fufuesssumalefty waznslduuaiitea
waglaavueiidnasasyhliiiuiiianntulums
\Ansunsiseniuaneldenssssuyd vonmileand
p1vthuwuaissawaglaaluldivensdunsenvse
wodwesaun Aimnuduta wenand nsAne
dWinduieatusziuanudundnvewuaiiGea
waglaauardugIuINg1veIeeeITIYIARoNNER
aghlvianunsaeduieisussavsnmunsiduuniisea
L%aqiaaiua’maﬁummﬁaﬁu sauludanasi
Usewdlnedulsemanunsnssuidinanannianis
NUATIIUIUNIN WASLAYTAANINNITINEATHANE
yiinanunsaranitiduurasmsueuls Faiianadu
llalunmsfnwmsduasegiuuaiiSvawaglaa
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4. a3d
uideianusadansiziuuaiiiea
Lsaaqiaamﬂmwﬁm%a Acetobacter xylinum Tu
dhugndnld wazflothunldiduanssuialues
sysumAnedlndn wud1 nslduuaiiGuaaglaa
un 80 v (180 luAsewu) Usuna 1 phr Tens
sysur1fneulndniiiAinnununiuneusefa
(Tensile strength) Qﬂ‘ﬁfjﬂ 9 14.7 MPa pgslsinnu
USinamazvrunvesuuaiiSuawaglaalidanaly
APNEINNTOlUNTSANERIUYA (Elongation at
break) uansnsfuyndn wonani wueflidea
wagladlilddwmansenudeantfinisasguvesens
agslsfinnu ns@nvuindisatussiuaandy
HAnveuASEawaglaaLardugIUINg VeI
sssurIfnoulndn azvinlvaruisneduieds
UsgdnSamnisliuueiiBeaaglaalugesssuma
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vovouAMANzinAlulaguazuinns sy
HANSNTINTINYAT U TINeNForTuATUNTILTN wag
n1adviaguazlangnis AuLIAINIINAIEANS
umingdomaluladsvasaasyyd Aatuayy
gunsal 1edestle wazanuilun1siidy uazve
YouRnUITY 181 910, 1Bumeslnsd $1in Al
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