The Journal of Industrial Technology : Suan Sunandha Rajabhat University
Volume 7/ Number 2 / July - December 2019

nsWaINaNAYIngIuddonazaunsuInd miuUIIA YD
g3ty fuuda’, mans lnsnsrana’, a1an@s waldn’

1 a > a an o Y N o o N v
anviruAlulaE MsiuiAdviauaz s Aasnaluladdeansinasy inmivendomaluladsuueadays

Email : surachai@rmutt.ac‘thl*

Received: July 1, 2019
Revised: Aug 3, 2019
Accepted: Aug 22, 2019

UNANED
NuAdyTeliilinguszasAiieauaud¥inguddonssdusuisaluguvesiiay

o«
@ 4

F I (ARF-1) uarfldusat iams¥aumesussqsiost (ARF-2) TasfnwinisAsuuadd
TuanneAgtos Fswuin ARF-1 F8ammaudsundasdiBudud uasildnsnisdasunlas
Adududsdudodfuauduiuvedddon AR Turaeil ARF-2 anunsaiUAeuudasdldviudide
195059837 2.5 TadTndrdemasufiuns nswdsuandunsduluiduddumdes (anne
Uasnoondiaw) Sulsiunssiuuimaddennaranslidinnseu sisdl ARF2 gnnaaeulas
nszdulieglugiiadneusesdyiuaznaeulneilelisuufaoondiou (20.9%) awuin ARF-2
Anudududdon/msisiniyanslibidnasew/asaiieiidy Wiy 5/15/100/100 dusioans
Saniladosdruausafudndumelu 30 il 91nwa

o o v

AdnAy : Waudwin, ddounend, avau13use, ussaiueidaaiey

- 15-



msarsavnamalulaggaaingss : antanenas1ainaIgIHm

07 7 aUUT 2 BiounIngIas — 5491AN 2562

Development of Alizarin Red-based Indicator Films

for Intelligent Packaging

Surachai Khankaewl*, Dolaporn Kritruatpholl, Arphasiri Ngaojok1
1Department of Digital Printing and Packaging Technology, Faculty of Mass Communication
Technology, Rajamangala University of Technology Thanyaburi (RMUTT)

Email : surachai@rmutt.acthﬁ

Received: July 1, 2019

Revised: Aug 3, 2019

Accepted: Aug 22, 2019

Abstract
This research aimed to develop the Alizarin Red dye (AR) based indicator films

for intelligent packaging. The indicator films were studied by applying to food spoilage
indicator film (FSI or ARF-1) and oxygen indicator film (Ol or ARF-2). The results
revealed that the initial transition rate of ARF-1 color augmented when increasing the
concentration of AR dye. Whilst the ARF-2 was consisted of AR/TiO,/glycerol/MC in
pphr, the color continuously changed when they were exposed to the UV light of 2.5
mW/cm” (under an oxygen-free condition) by changing from red-orange to yellow that
depended on the AR concentration and an electron donor. The results of ARF-2 with
20.9% of the O, in ambient air portrayed that the activated ARF-2 at the concentration
of 1/15/100/100 pphr immediately changed the color to the original color within 30

seconds.
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U539iu91899a382 (Intelligent Packaging)
MNgHa JULUUTRINISUTIIUAL Iaq U
Fomihiilenevaueaiseusleviise
nsuilnalagardenisilamedeya n1suans
nstasuuias wazdeansieyaguiuusing o
ﬁ?uaaﬂm (Suppakul, 2012; Restuccia et al., 2010)
Ly ﬁ?%fmnmlmzqquﬁ (Time-temperature
Indicators, TT) - ¥amsanuesinals] (Ripeness
Indicator) ¥ Snuid vien s Tuveia
(Gas or Leakage Indicaton) wazsiad apnunsey
@57 (Ready-to-serve Indicator, RSI) 1udu
(Stauffer, 2005; Yam et al., 2005)

Tuilagduussyiudidaaieziiodu
winnssumensussaifuanlinuaulady
agaun weldifuaiasilenildunisads
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drutvantymlunszuiunisnszansdu
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(Restuccia et al. 2010)
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daadozduivsslonilunislideyaud
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szaulalasuns Qaunidiauisasyiuln
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Tumiddedesilidaulafinvarnuduly
TolunisldsuddondunsizviodsiTulsn
(Alizarin Red) FaflanvRiduieddon pH wie
ddouflanunsadsundassuldiflelasulelng
\ealopau (Hydronium lon, H,0") anang
fifanudunsa-saunnanaiu Tuaieatu
ddonozdususndalinuandfiuddons
nond (Redox) fianansnanguuazAugulsme
UjAsenseintin/eendiedu (Oxidation / Reduction
Reaction) lngnsdanngdlannseusnuaans
$u 9 et Fealawmnsldond
fouerdeduisalugunuuvasidudidin
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fagdeaioy wavidfiednwianudululaly
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1.1 Jaguazarsiail

ddounrdvnsusa (Alizarin Red, AR,
CiHNa0,S, CAS No.: 130-22-3) TJud
gou nalesea (Glycerol, G, C;HgO, CAS
No.. 56-81-5) ld.luanslwsidnnson way
Innflenlaeonles (Titanium (V) Oxide,
TiO, (anatase), CAS No.: 13463-67-7) 16 9u
anshafah Feauadndeann Siema-Aldrich
nc.  Uszineadsnlus luvasfiaiiawaglaa
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(Methyl Cellulose, MC, Metho-cel®, Dow
Chemical, Uszwaansgowsni) gnldiduian
grudmiuasieiidu (Film  Former) uagi
ndu (Distilled Water, DW) ldifusvinazane

1.2 mawsguaIsazaIgadon AR

wisnddon AR fimnudududusiluih
%39 20 mg Gi@ifﬂl%ﬂis@ 1 ml (Green, 1991)
TneldvandduUsunns annduniunausie
A3 eINIUENTTEUULIMAR NN (IKA, C-MAG
HS7, Germany) lugamgiivieadunatagtios
1w

1.3 msRnwImssguadvesnsazane
AR

asavats AR aud gniwdeanaiu
dhnduludnsidiy 1:10 d@w lunasannass
Mntuhnsuenaisazatesng 0.1 M NaOH
wavasazaensn 0.1 M HCL Tnewfiuu3unns
wuusiotiles adsay 20 ul auadagliddnng
Wasuwlawesd (§1uru 3 1) Uszdiulee
NM3IAAE AINTAANAULAS UAzA1 pH Y89
ansazaneieg il

1.4 msieSeuilaudaiiagruddou AR
(AR-based Indiicator Film %39 ARF)

1.4.1 Wduwiledl 1 (ARF-1) wlefinw

A dulUlglunsldeunuusaiiantsun
\d99991%113 (Food Spoilage Indicator, FSi)
Fasdeulnonauansazanuddon AR ush fe
ansazany 10 % wt. MC lngiruaaanuiguvy
YosEdon AR Mluananeiu 5 526U Ao 0.4, 1.0,
2.0, 4.0 uay 6.0 wt.% 93 Usums MC v
mswanlidfulnensniuseLdeanIuEns
syuunsmdnlain Wunatedredes 15 wil
yioruniransdonauaznidrfulnsauysal
MnuinsmasazatsUsias 10 g adlu
umzYe (Petri Dish) YPWIAFURNTUAUINA
100 mm wazUaselruialuaniizviomnans

7ifln (60 %RH, 25 °C) tHurian 10-18 Halua
Sloutdaentidu ARF-1 41 9 sinduBudnaes
U1 10 x 10 mm Lﬁuiuqawmaﬁﬂﬁﬁuum
AMuTY Audeu wavermasuninayldvin
NSNAADI

1.4.2 Fduwdod 2 (ARF-2) iweaLite
Anwirnundululdludnvasvesiiduigin
uRaeendaufinsesulssieuas (Uv-activated
Oxygen Indicator) VoY a5t (Leak
Indicator) d1m15UUT5Y UT IS lagray
ansiadaih (Tio,) anslididnnsou (G) wavd
fou (AR) sudty warldulsuseqifudanii
a¥any LAgdRNI1@INYBINANAINGTY wanaly
whedurenisesduveasia (Part Per
Hundred Resin, pphr) #3n15747 1 soluil

M15199 1 9R51dUVRIEIT TR ARF-2 Tuniae

pphr
AR TiO, G MC
0.5,1.0 5, 15, 25 100 100

w3snlagnsuauauUsEneuTwun
pusnsduuduiuilidsequiueg 8 ¢
vowmauina gl iuduna 10 wid
LazanuuIATesash I ofaen1sualy
8199an3leila (Ultrasonic Bath, GT SONIC-
500W, China) U281 10 Wit ndeanndu
UnuAnmealsazany 10 wt.% MC Usunng
8 g layMUNALREDN 20 WY Neuaviiasavay
vosnaunnasluaumzidousung 8 ¢
wavUaegliuie aenfldy waziAvsnunlu
annzifganuianlute 1.4.1 (ARF-1) aunin
2w lYN1Naa0d
1.5 msnwpaudullalunsuszensly
LT T
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1.5.1 Wau ARF-1  usiazansgniiun
nnaousgsireludnuarvosiidinnisin
FedmivennguiivanUdesufailignd
Fansa wu ansueulaeenles (CO,) Fudu
asuuunuslas (Metabolite) lunsguiunis
douannvesemsnguaisluleinsn uay
uhaiilvigniideng iuuenlude (NH,)
disFuidieomsnguiodniidunde
Rukchon et al. (2014) Taglunsvnassi oz
Tefansazans 0.1 M HCL wag 0.1 M NH, USuned
10 g visqlunwusrdnaia nduladids
ARF-1 1 1.0 x 2.5 cm Uunszanglanauin
2.54 x 7.62 cm wazguadluansazaionn
wazae laglvifidy ARF-1 agwilleansazany
ymstuiinuadd L¥, a* uay b* seneu
warudsanninadiegradusses egmeiios
ATUIUAIAMNUANATE Lag WAITUIAUNTN
ez lifnmswAsuuaed

15.2 fldu ARF-2  ilofinuniadiai
Lﬁﬂaﬁu%’aﬁg"? w3slnensdeuildusad i
prumin1viala (3M Scotch® Tear tape,
$u 8626) asuunszandlad LilewnIeuaniig
UaeaufiaeandiauuazUoiunisiinufnzen
29NTLATU (Oxidation) 581I19N1TNAAD
iy thaegndlunaaeulnenisais ey’
(Black-ray®, 352 nm, XX-15BLB, Sylvania
Lynx  light  source) fiasnunduuas 2.5
mW/cm’ wazinAnd L*, a*, uag b* vesilay
rou-ndsnsaeadeienaseiilesaunine
auuanesdazlifinsdsunias Seuans
famswasuguvesddon AR 1ugu Oxidized
e ANy TAINE

1.6 N1SATIVADUAN WS LANIE YD AL

350

1.6.1 auvunvesilay (Film Thickness)
ATIERUMBLAS0ITAAIA NN TZUUATTA
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(Digital Thickness Gate Micrometer, US-22
B, Teclock, IDM Instruments, Japan) lagin
VU UNE191N80N80NINIIULNIZLA
F1U7U 8 Aunus lagUszendniuunsgiu
ASTM D8136-17 wazeiusienarade

1.6.2 MsANYENNRIVE ST I
Aguriingnasiaaauaniniafisiades
n31mnINdiinasauniaveeds (Field
Emission Scanning Electron Micro-scope,
FESEM, JEOL, JSM 7800F, Japan) ifieil3euiiieu
ANMRYRITaLLAaT YN

1.6.3 MyInAd (Color) L*, a*, wag b*
pIRARUFeLRarRAd (Spectrophoto-meter,
SpectroDens, Techkon®, Konigstein, Germany)
TauAd L* mnefienin11uained (Lightness)
A1 a* yngdarnududuasiazdiden wavan
o* wedennududivaeuasdthitu uas
NMSAUIUAIAIULANAEVBIHAY (Delta E,
AE, %38 Total Color Difference, TCD) @13158
fmnalldauniseoldil (Francis, 1983)

TCD =.\[(L; — L)% + (af —a3)? + (b; — b3)?

1.6.4 n133aAINISQANTULAY (Light
Absorbance, Abs) Lﬁaﬁmimﬂmmiﬁmaﬂ
yosEsazawddon AR waznsiUasuuladd
TUANIZNIA-AN TINTITAOURILLATDITA
miaﬂﬂﬁuuﬂﬂ (Visible-spectrophoto-meter,
CM7300A, Konica Minolta, Japan) Iagniuun
F19ANUEIABULAT 340 — 760 nm uaz
ATIVADUMNAINITAANG USSR (Maximum
Absorbance, Abs,.,)
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NAN13IY

2.1 MaaguuYaiGresaITazats AR

Mnmsthansavaned AR dediddeduniu
dduunauazen pH 1y 4.9 Gafldnsgandu
LEI9E 9E M (Absmax)ﬁ' 420 nm wazileansazany
adou AR l#¥un1sUfuaniaelifigninianse
wuiAnsgandulasgeanduldniuty
Entoy waziAnnisildsuwdasdluidud
idesdn i pH anadluia 4.1

A

Absorbance

EEEN

o

A
g
5

Wavelength (nm)

JUT 1 awnpduazamensvesansazaneddon
AR BushiiFonndlushdau 1:10 dauser
15UszqnouagnawInUSuan e easazaty
NIALAZAN

wail 1ilesanansazanelddiudud
anulunsneg Jufnmsasuuasluszau
oo luvariileuSuanazlidnnundunis
nduNUI anniuTes AR i 420 nm Aew
anasuazAnnsiiuTuvesaUne sufivasan
ANUETIAAULAISEWING 450 — 650 Nm B8NS
seriles Inguanen Abs, . 7 540 nm Fasing
duosansazaneiludvuniiwazie pH Wy
6.3 NALAAITINNT 1

22 mInEuasEeIllau ARF-1 (5935
RETIO )

Mnnansnass IneUaTlduiidusaaia
ARF-1 megluussduaisiududiege1mis
gumilulaiase dalsilowfailiqringunse
(CO,) dloinnsiinde nanuinfidy ARF-1

Aamsiasuladreutnalssmnnauliiannse
Faunala mmsﬁmammmLLmﬂma?ﬁamLam
THiuisnisdes 9 winduededr 9 nns
mmaaamnmiwmwaamammg}ﬂimLsmu
nauansladaauuIngadu Tngaunsaasune
T§snsn1siasunlasdisuduanildy
ARF-1 fifnen Geudsiunsetuaanududy
284 AR LLamﬂugﬂﬁ 2

0.003

0.0025 -

00015 < y = 0.0003x + 0.0012
. R? = 0.9565

0.001 . ‘ ‘ .

00 10 20 30 40 50 60 7.0
concentration of AR (wt.%)

o
o
=3
)

initial rate (k‘\)

UM 2 ShgAzenGudu (ki YesmIUALIUad

&
o

Avodudttn ARF-1 fieududuves AR
wineaiy. aevdanUaluussysdumniiedi
ownsgruasTulasn (ouudy) ddlsiloufandy
nsndledensninde

agnalsiny wansnaldaennanaiu
ndnnquinisiinujiservesiduiita
VINAN15UI5Y Immawwiugmmwaqﬁq%%
{33719 (Diagnostic Indicator) 7isns1315u
Ugﬂiaﬂuﬂﬁl,ﬂaaul,l,ﬂaﬂa (nitial Rate, ki) thu
snfntusmdieldaseongrdaududy
@1 (Mills, 2005) Uiﬂﬂgmmﬁ 213LialAann
auTedhines AR waniilehnsneinadiea
ANBANAINETIY TiAnAadudues AR
1 einUfizen ANUUANF9YDIFLEN
wazannsafiansanldiefeaeniedisu

AUANANUIUTUVBIANTALANYENS IAATIFN
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2.3 msiaeuuyasdyeailasy ARF-2
GEGELERGIE)

nalnnsiasuuiasdvesilausini in3sa
¢ (ARF-2) fidsanansaudeuguvesddon AR
ngUeendlad (Oxidized Form, AR.,) angy
\JugU3fad (Reduced Form, AR..) Insandfe
st (Semi-conductor e TIO,) #ifigaa
Y0euaUBIANATEU (Electron Band Gab, £,,)
Turrnferfudrswesndudyifininuen
A&y 352 nm (Mills & Hunte, 2004) fefy &
fou AR FeanunsaUdougunierUdoudls
vudildFundanuisdyitunnivdenindiy
Fo, 184 TIO, vauziieniuilolussuuilansls
S1dnmsau (Sacrificial Electron Donor, SED,
vaa Glycerol) szuutiuazaneleudidnnseu
TWanguvesddon AR egnsdelilos denali
AR Waedlsegrsauysalludign

v

Framsveaeudivin dodfiuamududy
Yasansieth (Tio,) ﬁ?ﬁﬁiﬁﬁﬂﬂ’]iﬂ‘w&:u
TAnn1sAsuulas (k) vesiad insede’
Huasfindunulnoulsdunsetu Tuvaei
auduuvesensing AR Aldlunsnaassd
fio 0.5 waz 1.0 pphr finasie ki Ailduandnaiy
Fandunade Aanududuves Tio, i Tude
5 pphr AR EIMINsUlTReMaUAsuas
dvoe ARF-2 #il4 AR 0.5 pphr ndufiAngan
Feonaduannauduiusseminannudady
YeES WA ansliBidnnseu sAufaRINUNUN
Y037l&U ARF-2 (110 £1.814 um) fifluasoms
dosinuvasuasdnluviugseniussduseneu
i 9 meluiidusauansdluguil 3
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0.07

'y = 0.0016x + 0.0298 o
006 | RE=09276 ’

0.05 |

initial rate (ki)

0.04 4 y = 0.0007x + 0.0409

R? = 0.953

0.03 T T T

0 5 10 15 20 25 30
concentration of TIO? (pphr)

St 3 SrUfASenEusiu (d) vemsideuuas
Fuadiiduditin ARF-2 innaududuves AR
0.5 (®) uaz 1.0 (O) pphr LAzAIUTUTUVDA
TiO, iy (5, 15 wag 25 pphr) Aeviagn
Me¥edyd (25 mw/em) luannzUasnufa
DONTLIU

Tau ARF2 Nalumsveeesid nsiUasuwas

dvunnisunsmesded lnglutaSuiuingin
3

N v

sildunsdunazaos o Wasuaslududivaes

1%

duoehaanysal Tnonandlilunisidsuudas
ﬁ%uasﬁuwé’wu%’ﬁgﬁﬁlﬁ%’u ShTTaAALA
wavanudiuvesesUsynoUlulldusnT Sndne
Khankaew et al. (2018) feehsnsiasundadd

vosiTinuandluguil 4

~-

o

U 4 degamaBsuuasivesiid inded
g3 (ARF-2) issdauues AR/TIOY G/MC 1Ty
0.5/15/100/100 pphr new (779W#7e) waz
waansnesadeiiduna 11 wiil (99m997)

1%
& o o

2.4 mysshudnavluguvuveslaudivin
ufiaeandiau 3 mWaN ARF-2
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1nUfAzelunalnnisiasunlasdves
Tldusdinsadyd (ARF-2) (ileddou AR gn
nszduliiuAsusU U AR, Faduguitiesh
sanseandladiuniaeandudusgmnnudy
oty dlefldu ARF-2 ﬁaq"lugﬂ AR, @dnivang)
gnuneilin A1ANLANANETINYRITANTS
anasetesmIE (Mol 60 i) FaFsuiaiiou
M55 WonIUTTYAsTUIUSTAM WU Tumsussy
wuvgaayIn1a (Vacuum Packaging, VP) wag
MIUTIPUUUTUUTIEIMA (Modified Atmosphere
Packaging, MAP) sandiaufifiuinainn (20.9%
v luemefieuduun®) asunsidnganelu
U300 wazeendlad AR, Tinduuneglu
5U AR, (sUidin) Bnads denalvifidusadin
Aoy 9 WasuAnduainddundenaeiiua
unsduBnass uandlugud 5

Delta-E
-

time (sec)
31]17'i 5 M3iasunlasidsiy (Delta-) vos
Wémé’a%ﬁ'm%’ﬁg% (ARF-2) figns1dIunes
AR/TIO,/G/MC 181 0.5/15/100/100 pphr
mevdsnauaenses (11 il 7 25 mwem”)
uazdaliiudndunsuiasendiauluussenmea

o o

2.5 anmiavesilausasin
SnungUsinguosiduditiane ARF-1
wanslidudrudeududnilvg Fauviass
fisovvgvsvadeiaduidefionsaniiindwens
1,000 11 1losanilduedai (Juildudid

9rUsENaULiEaEsaraneddan AR wazans
a3maNvse MC Wintiu Asuandlugune

x1,000 2.00kv LED

v
v Ao

JUN 6 AnvuiivesTiaudzin ARF-1

TumusTialdus 0 ARF-2 fignuasiafldy
fugusrueaiiveymeesmsuiaussUne
aguuRaiidy Geo1aiinaneyniavesansis
#th (Ti02) flvwaseiuulusing

o

JUN 7 AnuugRavesiaumyin AR-2

dsduazanusena

1. TSR msuindy vise ARF-1 fidnwn
msiasusdasdluanziitinnsuasuudas
vasleszmedifigniilunsauazansanunse
Wasuwdasdlidndeslunnaudutuves
AR us@ansadanaiunsilasunlas way
MUIEHadNIIN1SLARUATER8aUNS
Wunss ag1elsAnunasananlauansliiiy
Farauminiasanmlen1sueLiulua1unig
WasuwUasd
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2. WAuAin ARF-2 [Wullduiifiansia
midnduansiseufisenluszuu Jeaunse
Wasuulasdldiuiideldisusedyd Mveivns
waudidnnsoulnaifesiuluvmsifeady
UiAsranunsaduinduldviuiiilonganns
Meuauazliuuideandaundifisndniiey
JsamnsaUsegndld ARF2 Tuussatasidl
U3 ISayaneAfiensiaaeunsiady
V30AUANYINVOIUTIYA Ml b o e 19viud]
FremaBsuudadd uenaintu nisiaun
i innaided Ssannsaussndld
iludnunrreshdinddgTlunauaaniolu
vansdlenziFeniifadianismnlnives
LaLAA (Sun-burn Indicator) Gfiuszlem]
ﬁaaﬁﬂwﬁuﬁ%&%g%‘ (UV-photoallergic  or

Phototoxic Reaction) ¢

RIGIGIIE

1. lunsdvesmiinfiusiildanaiss §Azen
e SedeT Fafldrmaundsuredidnnsou
(Eve) fumnsinafu mnazuszyndiitensldny
F9AITNATUIYN £y, yosasAItsImiv
siioasuasiilinszdude

2. A15ANYIUTLAIUAMUNUNVDITAY
\louws (Dried-film  Thickness) lofiansan
SawaslenaaeufiniaonszuIunISRNRRI
A AnPuMUve AT T A oud e
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