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Abstract

This research aimed to optimize the preparation process and characterize orange essential oil
microcapsules synthesized by the complex coacervation method using a simple microfluidic device. The effects
on the properties of the synthesized microcapsules of some factors were studied including pH, the mass ratio of
gelatin (GE) to carboxymethyl cellulose (CMQ) in gelatin-carboxymethyl cellulose (GE-CMC) shell, the mass ratio of
GE-CMC shell to essential oil (EO) and the concentration of tannic acid (TA) used as a cross-linking agent for
GE-CMC shell. From the synthesis of essential oil microcapsules covered by GE-CMC shell (GE-CMC-EQ) and the
synthesis of GE-CMC-EO with TA as a cross-linking agent (GE-CMC-EOQ-TA), it was found that the optimal pH,
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mass ratio of GE to CMC in GE-CMC shell, mass ratio of GE to CMC to EO in GE-CMC-EO, and TA amount for the

synthesis of microcapsules of orange essential oil were 4.0, 1:1, 1:1:1, and 2% w/v, respectively. Functional group

analysis of the essential oil microcapsules using Fourier transform infrared spectroscopy revealed that GE-CMC-EO-TA

exhibited O-H bond crosslinks between GE-CMC molecules, in addition to the self-linking between GE-CMC

molecules found in GE-CMC-EOQ. Morphological study using Scanning electron microscopy demonstrated that

GE-CMC-EO had rough and thin walls while GE-CMC-EO-TA had thicker and stronger walls. Thermal property study

using Thermogravimetric analysis indicated that addition of TA enhanced the thermal stability of the

microcapsules and resulted in slower release of the essential oil. These properties make the microcapsules

suitable for applications in air freshener sachets.

Keywords: Microcapsule, Essential oil, Complex coacervation, Simple microfluidic device
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UanUgosthifunenszmeld 3nsideuanlslunis
uidgmasnandisiulaun 38aleesdin (lonic gelation)
[1] FFlPaziwesiatu (Coacervation) [2] Flpasiwasiadu-
N9 ULAILUUNUN DY (Coacervation-Spray drying) [3]
LAZNITOULIILUUNUNDY (Spray drying) [4] d1m5uUn1s
vietuninsunesszinedy

naududunduiihdenisiuinsuszamduda
vosuywd feruaonde wawdigvslumsduasdudon
wazuuaiii3e [5] thifumensemeduduansudsniusa
musssud iundduhiuensamediiiluldinniian
Tundnfnusio s 1w 1aTesdu loAndu vaness gnex
waniin [6] venanilddldlundntaeiou q 8n wu thvey
uazgevienUTueInea [7]
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uuAUgady (Encapsulation) Wun1sveyu
arsddgybieglusurenavgavuinin lnsadiauds
wAlgaviova (Shell) ihifuveussmedaduasununans
(Core) azdpaluansilliiinuiisentuansddolurhiy
noussvey uAvzYrudnszeziiailunisiiudne,
uenanisetiedsuaaurvesihduneusymeain
vounarlliuveaunisieuaisuen vilifiuaiy
azanlunszuiunissudsasiivuinem [8] nszuiuns
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Juetraiilosio WoaeumAnglnezasadu (Complex
coacenvation) Felvannisiianuselninadie (Electrostatic
bond) sgninsasneasianinslas (Polyelectrolyte) 2
A da v ) | v oaa v )
wianduszansetiuiu lngansvieiuniiuseansetuiu
uiinusanagan1slninadin (Electrostatic interactions)
wazadravuselnihadasenmingiuiu Aadulaeviwasin

4 °

(Coacervates) agviouansdrfylinelu wonidu 2
W (Phase) Ao avoslAziwesian (Coacervate phase)
wasiaansavarefiduneaases (Colloidal phase) [9]
Tneansneddidninsladfivhunldaung azidulusiu
W Llandu (Gelatin) uaglndugaalse loun iwaglaa
(CMO) wazAuazs10n (Gum arabic) 91AN15ANYIVOS
Chen et al. [10] TUsAwdululensdiues (Biopolymer)

<

AfUszaduvanluaniizanudunsaatafiiiaininin

q

yalelaBidny3n (Iscelectric point; pl) dauneduganilse

I3

Jululenedwesfifiuszgluauifinainuyansuenda
(~COOH) viMliAnwusgluirainszninslushulas
woduganlsn TsAukazweduganlsalasunuaula
ageunlunisvieriuduysenaunaangnsnTinmig
vuneynInszaulilas [11] Bslidenfe Useansamly
n1sinfiuas wazeivgunisuanUdesaiseangninig
Fanmile [12]

A a I3 A v &

dialiuauudussvasansveviunldlunisinfiu
Feiinslaansiioueng (Crosslinkers) 11 Tansglutaminase
(TGA) uouledffidnaamuinfigaiivinliundave s
lulasuauga (Microcapsule) wisd tnadeulaseasng
S o a a '
Andauniusutayiiunuadeslunisvandaos
lulpsuavgalaensviauvesouled ud TGA §51A1una

FaTunsAWNUTN (Tannic acid) 39lasumnuaulaunn
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v '
= A

YU Luawmﬁmﬂamaﬂ%a (Hydroxyl group) Wndiay
WinugAserdulusAusasnsnesiily vilinidsves
Tilpsunugaudusiuazyilianinsaussyanununansls
peilusEANSnngs [13]

ag1¢lsfiniy Tunsunisiineynianieven

Yasvarnflvuadniasmedalaezwa ity Wuduney

o o ao

fddryiinlnAnlslasuadgafifinnsnszanedivesun
lnd\desfiy (Monodisperse microcapsule) Feaudu
Usglgydagrannlunisiiluldausing  lulasuavga
Fafinsnsranesvesuiaiilndidestu ansnsaviiléann
nsvemdiaduiifinnnuududuarainatefemaiad
nainnale leun wulusudiadiliadu (Membrane
emulsification) waglulasngdandsagiliatu (Microfluidic
emulsification) 1udu sgrelsfimunaiialulasgdin
Humadaifmnumsnzauiigalunisilalasuadyaiis

ASNTEANLMYBIVUIRNLNALReeY [14], [15]

v o
v o

aety uddelfsauladunseilulasuadya

iffuneussmedusmeisaaumandlasziwasndulagly

gunsallulasigdfinesisine

2. Tan gunsaluazisniside

2.1. M3IAAIANNYU

n15¥AAIAIINYY (Turbidity test) vinlaguans
vioVulaanfiu (Gelatin; GE) (Food grade : njawmmwiadl,
Uszwrlne) uavarsuendiuiiawaglaa (Carboxymethyl
cellulose; CMQ) (Food grade : nyumniadl, Ussinelne)
(GE-CMC) #i8msdau 2.1, 1:1 way 1:2 YSuas 100
fladans dussoulnedaiin GE 0.5 n3u anindu 20
faddns aulviazanofiguunil 65 semiwalfoa uay
ava1e CMC 1ntin 0.25, 0.5 war 1.0 3y AuaIfy
Tuthndu 40 fiaddns figaumgdl 65 ssmwadeoa 1
GE-CMC Tldumaufuauduidedortudeownioaniu
a13liAu$eu (Hotplate and magnetic stirer MSH-20D,
Korea) wusuusinasiaovualiidy 100 faddns way
USuAT pH ArensaozdAn (Acetic acid) (Analytical
grade : Merck, Germany) v3eleiduulansonlan (Sodium
hydroxide) (Analytical grade : Merck, Germany) auls

pH Tuging 1 s 12 femdesinaranuidunsaiua (pH
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meter Seven Compact, Switzerland) WnlU3neAIugu
setasesianisganduuasyiauuudansihileanuay
3810a (UV-Visible spectrophotometer Evolution 201, USA)
fienuenndu 600 wiluwns [16] WedAnwdandlag

wanay pH Muinzaulunsiinlaozigosian GE-CMC

2.2. midupnezilulasuavgaundiunenssmedu

=

gonnag1edy

2.2.1. nmavilidudiadu

syl dudTadu (Oil in water emulsion)
meisraunandlaozivasindy daulaiuiainisves
Muhoza et al. [17] Tngti1 GE-CMC figns1daulaeuia
way pH Awuivay unfudnduneussmedy (EO)
(Cosmetic grade : AsianBioplex, Jszwmelne) ?imwdau
Tngulasi13 9 v84 EO fioaisvieviu (0.2, 0.3, 0.4, 0.5
waz 0.6) nenlfuideotumeniouasiniude
WU (Homogenizer T25, Germany) ‘ﬁm’]m%i] 3,600
seustewdt Wunan 2-3 it agldastadu antanilug

ludiduiioamgll 4 esrmnwal@od 1Wuian 24 Talus

gl U
'

wialiinlaseastanivieiaa (Gel network) vils
luwad (Micelle) @anunsauviuaselaluaisazany
Wndululasuaugainiuneusgive (GE-CMC-EO) fag

Freunandlnezasiitu

2.2.2. MsiEN Ve UL

11 GE-CMC-EO ldlustadof 2.2.1. ufu
adluadesmiugunisliarsiaonszuenin (Syringe
pump) waztinarsazatensaunuin (Tannic acid; TA)
(Analytical grade : Loba Chemie, India) fiaandudu
f19 9 (Fowaz 1.0, 2.0, 3.0, 4.0 uaz 5.0 lngulaee
U3uns) asluvansiotaudansidouvans (Crosslinking
agent) WialiAnNIs a1 (Crosslink) sewine TA fu
GE-CMC-EO LﬁmLﬂu"LmImLmUegaﬁwﬁwamsmaﬁﬁau
9719678 TA (GE-CMC-EO-TA) F9snudatuiainisees
Patrick and Ntsama [18] megunsailulasgdfnegising
Tnpdnansiugduifidukiiugudnaranisusn 0.30

fadiuns fauansly Figure 1
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Figure 1 A schematic diagram of the simple microfluidic device for preparing GE-CMC-EO-TA

GE-CMC-EO microcapsules (dispersed phase) were extruded through the T-junction microchannel

to mix with TA crosslinking agent (continuous phase).

2.2.3. maviuiislulasuauga

11 GE-CMC-EO waiw GE-CMC-EO-TA Tli3ay
Ilusaden 2.2.1. uag 2.2.2. aruddu u1viusiesie
\w30vuanuuanyIne (Freeze dryer TFD5503,
Korea) Aigaing il -40 asanwaldoa uial 1 Ay
9ntuth GE-CMC-EO uay GE-CMC-EO-TA filglufinun

ANANWAUZA 9

2.3. Mmifnwananeuzvaslulasualygavas
thifuveussveduiindeuld
2.3.1. msfAnwlaseasrmnand
Anwlasias1annaaiioey GE-CMC-EO wag
GE-CMC-EO-TA @aeinafia Fourier transform infrared
spectrometry (FT-R) Ingldip3 o siinsnzsiniedusenay
malassasaniivesastagldmuenadugiadunise
(Fourier transform infrared spectrometer spectrum GX,
USA) Tugaaiaupdu (Wave number) 400-8000 tufilns !
fruluun ATR wagtuindunnsun18914IUTOU
AN9@LNUW (Number of scan) 16 a%s faanuaziden

(Resolution) 4 LwuALLAT™
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2.3.2. MIRNWITUFIUINGT

AnyrdugIuineg1ves GE-CMC-EO uas
GE-CMC-EO-TA ¢newmalla Scanning electron microscopy
(SEM) aeldndesqanssaudidnasounuudeinsin
(Scanning Electron Microscope M-30AXM, Korea) lag
111 GE-CMC-EO uag GE-CMC-EO-TA finaaeinuasuau
LARDUAIBUAUNDIAIMNU 3 UITUILAS YU 250 TUi
n1sdednaes kazarenmlaeldarninuanedng 15

Alalan

2.3.3. MsAnenauUAn1saNiou

AnwrdguiAn1sAIuSaUAI8AI8NALA
Thermogravimetric analysis (TGA) Tneldiadosdingei
auddniswasuulandenindnalroainuiou
(Thermogravimetry Analyzer TGA/DSC 3+, Switzerland)
ﬁaqumim?i‘aul,maqqmmgﬁé?um 30 fia 600
paAaLTed F8RIINTIAMNSEU 10 perLwalTyd
dound aeldusseanievesting N, fisnsinisiva 4o

fadansnau?
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3. HAN15398UAzaNUSIUHNANITIVY
3.1. HAUB9BNS1EIULAENIAVDY GE-CMC Lag
1 a I
pH fan1siinlAazigasiIn

a

galelediann3n (pl) fed1 pH Mluanafiuszy

o '

I nTefivszysandugud 9 pl szflarudfyegns
wndwduluanafidiaUszquinuazan 1wu ninoeily
Wulnd wagTusiu [19] GE fassairadulusiuiiussy
s2duau (Negative charge) Uﬁzﬁ;auﬁmﬁauﬁ’u%lﬁm
wssrdnfulaanafeazargluhly Wowdeuansazans
HANTEWII GE-CMC fidnsndulaeuianiig 4 (1:2, 1:1
waz 2:1) nuimndnsdnnduasazarsla addlsinig
270 Figure 2 Wipthansazansnanas GE uay CMC 14
3 §nsrdauuUSuen pH soust 1 89 12 udr¥aanuguii
mNE1AFL 600 Wlumng wuiishsdulneuiave
GE-CMC loiuf 1:2, 1:1 wae 2:1 fiA1Augugegaluyls
Junsedi pH 3, 4 uay 5 audrdu wanslififiudn pH §
HasoA1ALYTuTeslADLITR SN GE-CMC Afdnuwueiiy
reanosdluii uaziledndiuves GE inntu Taovigesion
%ﬁjumﬂﬁmﬁaﬂé’um pH deulusui pH qqﬁu ER
ApAARBaiUIWITeVRY Guo et al. [20]

wenaInian Figure 2 Sanu1 dnsrdulnesna
wag pH finasrenuuveslaeziwesion GE-CMC Tnedi
pH 1N97 6 FaflA1unndn pl o9 GE BeflAn 4.6-5.2
[21] vililuanaves GE fUszqiluavainnisaaiedn

YadlAseasalusiu way CMC Massasradunedusarlsd

)

fusgpluauanuaimivenda iaLsIHaNiueg19un

q

=D

' a N o o s < X a @
seninsUszgiinmilouiu iliansazaneladudedieaiu
d' £ ' ' ' 3
1 pH Wound1 6 A1AIINYUTDILABTITOS5LIN
GE-CMC agufin@u ws1ell H fuiiuTuagly Protonate

nyerfiluuiediuves GE lWUszguIniifinduves

0.8 -
0.7
0.6 -
0.5 4
0.4 -
03
0.2
0.1 -+

Turbidity

a
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~[HN-H]* hagnyaisuandavisdiues CMC b
—COOH 1Ny viluszqavanas fUseqsauves
lneziwesiinaziduuin uswmdnsenitdduanaisanas
fussfsgamslnialinszninalusiuuasnedugnanilsg
wuusou tindulaeszieesinnilazansls (Soluble
coacervates) fifidnwazifudvraduala (Light milky
white appearance) \ilean pH a391n pH 5-3 ANANYY
wiiutueduming vliduuasazaisdondiuy
lauanfu uansdnaruainisalunisazaisves
Treziwesinfiazanslisuanasuasuiuguiilianunsa
aza1ldl (Insoluble coacervates) FeilANAIUYUEIGA
Fadu pH o geiiussisgamalwinadinseving GE way
CMC fudsussitan uaziuszquanuazavaugaiuuin
fian nanismaassdenadedfuILAITeves Li et al. [22]
dle pH anaswn pH 3-1 A1AUYUANAIDE195IA5)
Annlaeswesinillieraneiranunsoazaelduniu
Tumsasaneiienmdunsngedu suindumsaraela
Tuflgn wasil pH 1-2 Tnozwwosannndnsidruasdien

anuguinanauliiluansasatela aenadesiuauide

999 Zhang et al. [23] wagonsdruvedlnozigosiini
1 GE wnndn agdiluiana GE AdlUszauniiuduly

Toziwesmhlideautugeaniian pH figetu il
welanana GE iiluszquanazaos 1 iintusuen pH
flanas uarUszgauves CMC azAve 9 anadidesannns
ﬁuégﬂmil,mﬂrﬁhLﬂuvl,aaausummgm%uaﬂ%a #0AAABINY
uATove4 Liu and Jiang [24] fatfuanmisfivmnyaniian
Tun1siinlaosleesiInTening GECMC Ao 8ns1du
TAuN1a58 1319 GE-CMC i1y 1:1 wag pH windu 4

\WeannilAnnuugaiign

- —o- - GE:CMC (1:1)
—.@—- GE:CMC (1:2)

cooeeseens GECMC (2:1)

10 11 12

Figure 2 Turbidity of GE-CMC coacervate at ratios of 1:2, 1:1 and 2:1 with pH ranging from 1 to 12
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3.2. NAvR99N3EUAENIAYDY GE-CMC-EO waz
anududuves TA fifidenrunsinvedlulasuauya

dlotnlaezigasiin GE-CMC figasdulagwa
11 way pH 4 naufuiduneussveduiimediulag
118994 EO fiolavzlgasiin GE-CMC 619 9 (Xi = 0.2,
0.3, 0.4, 0.5 uaz 0.6) 9z1A GE-CMC-EO ¢4 Figure 3A
wansliiuinsifadunszareilua Judtatueia
thifuluth (Ol in water; o/w) &nwauziiusnglasialy
vosdsiadundsndaislifigumgd 4 esmiwadeaiy
nan 24 Falus wudnfavdsulneulaves £O lu
GE-CMC-EO fiumnsineiiu azdinnnunadesvenadiatu
ey Wotrmvdlnoanafindu (xi = 0.4, 0.5 wag 0.6)
suiftulddainmasiaduiiviunsdes 1 Wududntes

ldnunsuenia daduasitveslulasuavgandaain

a

2 o o awv o oA o 1
NITLNUINYN 24 GU'JIIN Iumm%ﬂaﬂaqjuwuﬂsﬂuﬂjﬂ

wwdulaeula (X = 0.2 waz 0.3) zinanIswendudu

v
o a o oA

Fuihdvegiuauar tusiatudivieosgeusgamuuu

[25] Fsausaaguladnavdiulaeuiaves EO lu

o |

GE-CMC-EO #® 0.5 u3ananalaiionsidiulasuia
58999 GE-CMC-EO flvanzaniian fio 1:1:1

Figure 3B LAAYNANITANYIAILTUTUVDY TA
(Soway 1-5 lnpuranoU3u1ns) U89 GE-CMC-EO-TA
wulienududuves TA fuanseiu (Sosas 2-5 Tag
wasiaUTung) agiiinanuasdivedlulasuadealy
umnseiy sailmsnzenudutures TA figedu ashli
AANTDUMYBINITTaNYINTENINN TA wae GE-CMC-EO
[20] Tuvaziinnududuves TA fovaz 1 Tnsutade

B wzdanaiiviniaddaturdmhduluhldauysel

a

Wesniianiswendulasdunaiuiidvidueylu
av o & v o ¥ v [ a
dfatwanies deluanusaasulaiianududy TA 7
iiAnauasiveslilasualga As Souas 2 lneuda
AoUSung

Junouraliazil GE-CMC-EO way GE-CMC-EO-TA

fFuAs1Elananziwmuizay unvinlrwsie wazild

AnwnauaudFsg 9

Figure 3 Appearance of microcapsules after storage for 24 hours at 4°C
(A) GE-CMC (1:1 w/w) of shell with various oil mass fractions (Xi = 0.2, 0.3, 0.4, 0.5, 0.6; from left to right)
(B) Shell-EO (2:1 w/w) with different concentrations of tannic acid (1, 2, 3, 4, 5 %w/v; from left to right)

3.3. nan153Aszilassasenaaiidigwmaia
FT-IR

nan1TATgilassademaaiisemaila FT-IR
989 GE-CMC-EO way GE-CMC-EO-TA wangbu Figure 4
‘W‘U’]"TVISQ GE-CMC-EO way GE-CMC-EO-TA fuaunis
AANAULAIYIT 3600-3000 LwuRluAs™ (WA 1) inein
n1s8aveeny —OH uazny -NH, [20], [26] uagnuin
AANITAANAULAIYI 3600-3000 LYURIUATT VB

GE-CMC-EO-TA azidaulunasnuiavnduiisininantios

35

91N 3266 WURWAT ! (V03 GE-CMC-EO) 1T usumiie
3261 LwuRums! (V89 GE-CMC-EO-TA) 1ilaannwy] ~OH
uAzMy ~COOH 83 CMC uay GE 1Aannsideusiofiufy
TA vilsiviuselalnsiausenitamy -OH anas wuan
GE-CMC-EO fuaunisganduuasdisiuns 2920
wuRluns! (e 2) IiinannisBavesitusy C-H [20]
wazlANAINNNTEAYDINUTEYDY =C-H Wag CH, (Veony
wolu) [26] GE-CMC-EO-TA fianuiduvesiinanasi

AILUUS 2913 LguRUns ! (fim 2) (RUa0ULIINAILALS
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2920 WwuURUAT ! Y89 GE-CMC-EO Lantiae) insiziin
nsBafianasosiuszues =C-H way —CH, (Wowmyiala)
Wy ﬁﬂmi@ﬂﬂéuuaqﬁﬁmmq 1614 1 guRlung !
(fim 3), 1564 luduns? (e 4), 1400 wuAwns? ({fim 5)
Winanuiansuedaveselud |, tlud Il way alud Il
ANNEISU [20] UBNINUTRILUUL 1614 LoURUAS
(fin 3) w93 GE-CMC-EO fafinainnisdunuuinuomy
-C=0 way -COO [20, 26] wiwui1 GE-CMC-EO-TA 1An
nsasunUadlugag 1610-1540 wufiuns' (fia 3 uaz
4) fiuansn1sBavesvy ~COO- seyldinuselesaiinues
Asvendianlessy nnsiinsluluuduesdidnnseu

581119 UsEY8Y C=0 iU C-0 vony -COO™ vilw
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Figure 4 FT-IR spectra of GE-CMC-EO, GE-CMC-EO-TA and TA showing absorption band at
3266 cm™ (1), 2920 cm™ (2), 1614 cm™ (3), 1564 cm™ (4), 1400 cm™ (5) and 1020 cm! (6)
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Figure 5 SEM micrographs at a magnification of 2,000x showing

(A) GE-CMC-EO (1:1:1) and (B) GE-CMC-EO-TA (1:1:1:1) fabricated by simple microfluidic device
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Figure 6 Thermogravimetric curves of GE-CMC-EO microcapsules and GE-CMC-EO-TA microcapsules
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