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Abstract

Title Adsorption of catechin on silica surface
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Department of Chemical Technology, Faculty of Science, Chulalongkorn University,
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ABSTRACT

Dry tea leaves contain catechins, which are phenolic compounds. Catechins are natural
antioxidants that help prevent cell damage and provide other benefits such as anti-cancer,
reductions in systemic blood pressure and thrombosis, and so on. Epigallocatechin ((-) -
epigallocatechin-3-gallate, EGCG) is the major catechins. Dry tea leaves also contain caffeine,
which can have disruption effects: insomnia and hypertension. Accordingly, separation and
purification of EGCG has received attention. Previous research showed that EGCG can adsorb
on mesoporous silica. However, fundamental understanding of adsorption behavior of EGCG
at molecular level, as well as interactions between EGCG and adsorbents is limited. In this
work, using molecular dynamics (MD) simulations, behavior of EGCG and caffeine in aqueous
solution and adsorption of EGCG and caffeine on silica surface and amine-modified silica
surface were investigated. The amine group: ethylenediamine (EDA) was considered. The
simulation results showed that EGCG diffused in water slower than caffeine due to its larger
molecular size. On silica surface and EDA-modified silica surface, EGCG molecule moves slower
than caffeine, indicating that EGCG is more favorable to adsorb on these substrates, compared

to caffeine molecule.

Keywords: Adsorption, EGCG, Silica, Ethylenediamine, Molecular dynamics simulation
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wasHAKAMNLTUDE19RaLTY [1] Turflesrusenaunianiiuinuie Inelssausenaunanfe

Wa171uea (flavanols) W3aA1nTu (catechin) a1nTuiduaislunguaisusznauiluedn

(phenolic compounds)

U7 1.1 avAvsznaumandluluyian 1w aor0uyuagn I wisumInetaeusimas [2]

Components Dry weight (%)
Flavanols 18-32
-FEGCG 9-14
-FEGC 4-7
{-}ECG 24
-FEC 1-3
(+)-GC 1-2
(+)-C 0.5-1
Flavonal glucosides 34
Proanthocyanidins 2-3
Caffeine 3-4
Amino acids 24
Carbohydrates 3-8
Crganic acids 0.5-2
Saponins 0.04-007
Pigments 05028
Vitamins 06-1.0
Soluble minerals 24
Cellulose 6-8
Lignin 4-6
Polysaccharides 4-10
Lipids 24
Insoluble pigments 0.5
Insoluble minerals 1.5-3.0
Volatiles 0.01-002




mmFuduansidonslnamseaaiudiieguaimuazynanisumme iesanngu
ponTndu (antioxidant) fiufveyyadasy Fungide (3] annnuidsdlsavasnidengasiy
swisanmnudrldidesanidsluurialasndiwelsdluden [4) asinuuniigaluaindy
fia 8finalanmiudaian ((-)-episallocatechin-3-gallate, EGCG) [5] wenaniluluwn
Usznauseaumdu (caffeine) Tnssaiamaniivedluiana EGCG wag caffeine uanslugud

1.2 M35y caffeine Ustnanniiibiueulingu anusulaings s

QP ch
H;C \N)HAl/l\i}
O)\ITI N/

CHs

5“1/77/ 1.2 lassas1maniives ((-)-epigallocatechin-3-callate, EGCG) Wz Caffeine

ANV NAUNITNIIZ NN EGCG panainlusilael caffeine UsUutioadudud

aa e Y Y o [ 1 a

aula FAnndignguruIanate (mesoporous silica) @aunsaldilusigadu EGCG laaenadl
Usgdnsan 1wy nsgadu EGCG Tuldung [6] M‘%ammm%’u EGCG 91ANSLUIUNITHER

widuugnen [7] WWusiu uenainddmuinnisanudsiiuinddnimenyeiuauisagadulad

[ ¥ (%
= ) = U o

Fu 1desanituiadanmiliuilunisgadudida sililuana EGCG urdlinanaliianusaaing
Wuselalasiau (hydrogen bond) fud@dnile nsdnwdsituRImevyeiiuansaiunuily

N3RAFUNINTY dmalinisgaduauy [8,9]

¥
! A

[ a LY aa LY ' LY a aa
amaiiﬂmqummsmazaummiaﬂmzmiuLaqaizmw EGCG NUNURNITAN

[ %
(% 1o & v

A a aa a v I = . s oy - =
i%iJ“I/N‘W‘legzjaﬂWlLLUi@’JEJMij’eJﬂJu (amine-modified silica surface) Uagann vayan NINA

Wuiu AN bgEnAITuNIRAdUved EGCG waroraldidunuinisluniswaung

N

a

TUsgAniam ewideliifeguszasdiiioAnwvingAnssuveslalana EGCG fu

ﬁﬂ&

gadu
Y

caffeine TutuagAnwIngAingsun1sgady EGCG fU caffeine UuLA2EANLAZUUTUAY
FannaaLUIgneilusien1sinassmainidaluiana (molecular dynamics simulation)

nyjioilunfnwee eitdulaeiiu (ethylenediamine, EDA)



1.2. InqUILEIAYBINTTIY

® AnwINgRnIIuved EGCG wag caffeine Tut

a A a

e AnwIngAnIsuN1IRAYy EGCG uae caffeine UNNURITZAN AL UUNURITANT

Anudsmeyiediy vieliunfnwAsefidulaediu (ethylenediamine, EDA)

1.3. duyfgnu

® AduUSEANSNITLINGVDY EGCG UaaninANduUsEansn1sknsvad caffeine LHa93n

YAlLaNaved EGCG tnainin caffeine

o NsaawUsiuRIBan1seeRaulaelulIzanAIdUUTEANTNNITWNIUDY EGCG hay
. Yy A T A PN ° Y a o ' a
caffeine ¢ LuawmmaLauummmmumuﬂ‘mLﬂmwuﬁziaimwuizmwimLaqa‘w

YY) o

ANANYUAURNINAYU
Y oy Y

1.4. Yselgminanninlasu
® yulwgRnssunisirdouresliiana EGCG uay caffeine Tuih

® y5UlwaveIMIaLUTURIAIeAduUsTEANS N sUNS IV IALARNSeRdU EGCG

a a X A |
LA AN LW@ULW@JGU‘Uﬁi@vLﬂJ

o wansnaaesiliduniugiulunisifaundigeduiiensn EGCG
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2.1.1. dayanily
Turwrasseulalasnsunlusanuiniuausauievinliwieg1951057 Ausou

[
LYY

gheduginsiauveteuledvinlvliiinnisaanedd ilulalumiuiauddsanaguas s

o]

A 14 a

fanAeudaden arsdrdginulaluridenlaun nsneziily Innfud Ianfiudiaiuduas
| a [ 13 . . I a . a a a
arslunquuauiiudaniaoyn (xanthine alkaloids) Ao ALWBY (caffeine) wazSloTladu
(theophylline) FsdgninseAuN13IIUvesTeUvUsTaIMdIunaIvdmalisnanieddn
nszUInszis) wazanstungunaliuees (flavonoids) M38n31 AWNTY (catechin) AWNTUT
wunfignluydenmeasdiiialanniuiaian ((--epigallocatechin-3-gallate, EGCG) @4l

AnuddglunseengvsiueuLaBaTy

QP ch
H;C \N)%Ef\i’
o)\ | N/>

!
CH;
3‘1/?7 2.1 lasvasranaaives epigallocatechin-3-gallate (EGCG) az Caffeine

2.1.2. AWNTY

ANNTY (catechin) Ao arsoenguiddgiogluriden (wazluluwvindieg)
Uszneulumedinalanmduiatan (epigallocatechin-3-gallate, EGCG) BfimnIuiaLan
(epicatechin-3-gallate) dWANLNTU (epicatechin) difalan1inTiu (epigallocatechin) fAala
ANTUAaLas (sallocatechin gallate) LagA1NTU (catechin) ﬁmamﬂugﬂ'ﬁ' 2 Tutmunil
asiifanndigade EGCG dsdnidumsiueyyadaszansssunaniussansnmgsiianlum

= S |a = a v a I a a a A a
LSUEJ'JLLagiJiJiiJ']ﬂJN']ﬂVl?jﬂ llf"’n']llLLiQﬂ@Qﬂqimquawyjaaaiguqﬂﬂqumquu‘lﬁ%ag'}@qﬂu@ 25-



100 Wi Mnuan1sAnyITeuandRvesygImuinvileddussleviioan1iemegunin

Sunevaelsenswu Paelunisrivauseauinaluien

OH OH OH
(+)-catechin (—)-epicatechin (-)-epigallocatechin
OH OH
OH OH

H H
o o] o o OH
OH OH
OH OH

(—)-epicatechin gallate (—)-epigallocatechin gallate (EGCG)

U1 2.2 Inseasramanilvesaniy

2.1.3. awnWdu

AWNBU (caffeine) Wuansnguuauiiudaniassd (xanthine alkaloids) Faeglunszna

'3
a

WAenfuiuansusenauSlefiadu (theophylline) luaniuzuigrizazidvndunsuasdisavudn
gnIn1uAilae CgHyNgO, LﬁamL‘V\IﬁuL%’ﬂf;ji'wma%v‘iﬂﬁﬁmuﬁumsﬁwmu%aﬂmiﬁa
Uszanlaunilu (dopamine) dwildauasinnisausy wenaindnuitenassziinisiiiy
Unavesdlsinily (serotonin) Fsiinarearsuaivesiuilnaviliidnfianelauaziinauge
w1ty edslsnausaziinsnevaussienundulnensiinusnavesihunenludy
ilignivesnundulunisuilnaadsdelvanas 1snsenaneiinnznudenindy
(caffeine tolerance) LLazﬁﬁiﬁﬁu%IﬂﬂﬁaaﬂwiﬂﬁLWﬁuuﬂﬂﬁuLﬁaiﬁLﬁmmaﬁiaﬁwqma Navn

A o

U5N15MAN1NN15NaNa B RLUSUNUURIRSULA T Y WuAYilis19n1eliseUSu oA ludu

'
a

Audaaruundunndu 9819l5An AU lAanAINADINITUBUNAUYDIALDY LREILAAN

ANusdnmileyanauviniu [10]



2.2. NITUIUNINAYU
n13gadu LuAuanisavesa1sgadu (adsorbent) Tunisisluananionsansed

(adsorbate) ogluannzuianioveunadliineAnUUNURI VeI TAATU TNTEUIUNIT

(%
o

AnduilanunsaiinTuseninanuia 2 niey wiaduveanan wiadureuds veunaifu
YOUNAI HevatmnaIfuTeds Inenssuiunisaaduuiadu 2 Ussan fie n1sgadums

N8N (physical adsorption) LLazmi@J(ﬂ%JUVI’NLﬂﬁ (chemical adsorption) [11]

2.2.1. ﬂﬁﬁ@ﬂs?ﬂllU‘Vl'Nﬂ’]EJﬂ’]W

'
v A

Junmsgeduiiinainussfisgaszninaluanasgiageu Ao wswiunesanad (vander
waals forces) FaAnINN1T5IULT 2 ¥in Fie w39nseane (london dispersion force) W&y
wsdlwiinading (electrostatic force) N 13AsgARIBUTIidoulinIsgadul LA
wasumsmeaufeudeutiraiesfe sind 20 Alagaseluauazaninsafinnisiundy
voanszuaunsléie Fadudofmmeannsofiuanmuesigaduldiede asfigngn

FuaIaN1zegseu q Avesasgadulaviatetu (multilayer) vveluusaztuvedluana

v ¥
LYY o [y 1d

a1sgnaaduazinegiutuvedduianavesansgnanduluduneunini lngduiutuasiy

' [
[ ¥ ] = 0

mﬁauﬁ’ummLsﬁmummmigﬂafﬂ%’u LAZASLNULINTUANUANUUNTUNFITUVDIAINA

Y Y

avaneluaisazany

2.2.2. nmsgagunaall

[ ¥ '
= A o v v v Y [ aaa N v

nmsgadulssianiiiadudlesigngaduivimaaduinufitenaiiu dwdwalmianis

Y Y Y

N =

WasuuUaamaaiivasiignaaduiiuAeiinisviateussdamiledisenitesneuviengy

Re

1 Y

a Y o = ~ PR 'y ~
emaulANLalin1sInsusasmaulUtduansusenaulnildu Tneiwuseiadl g dunusei

o

Lause Indsnunsgaudiunieatosiliauiouveanisgaduiiaigalszuna 50-400

o o o

KJ/mol ni18A11131n15A13aRgnaadueanandIflIgaduIryitlaeinfieliaiuise

Y

AnUAATEIRUNAULA (imeversible) waznisgaduuszinniiasilunisgaduuuuduiies

(monolayer) ity



2.3, Wlgnasadani

a

wlanedadany (mesoporous silica) ﬁasuaﬂLL%qauuw%ﬁﬁgwquasuimmafm JoduTan

[ [

a =~ = = a A saa VY g
‘UWI‘UGUUWWUQ‘UQ 5W§umﬁ]ﬁﬂu@81ﬂﬁlﬂLaN@UUWUNU JEn) u‘VﬁEJV]lJEWEua']ﬂJ']iﬂLLUQI@IL'U‘U 3

[y

Usziam 1un Sanfislsnguauinidn (< 2 uilung) Jangwguauianans ( 2-50 wiluwms) a3
wsuvualvg (>50 wiluims) InedansnguifimsldegnaunsnaslunugeduieTaggnguuune
WBALarIUIANANLYU Mobil Composition of Matter No. 41 (MCM-41) Lag Santa Barbara
Amorphous-15 (SBA-15) 1flasainiinmsnszansruiavesgnguuauiazgnuiinuduszidovgs
Jefenunldduigedusazisessudiseufise [12]
Hagtuiiflieuaulalunsdaaszinlonedadaniegnaunsvaty Bamdn q il

nsduasziilenesadaniusynouniaiailiiwas (micelle chemistry) AsEUIUNNTIA-L28

(sol-gel process) LLasmsauLLﬁaLLazmsLmﬁqmmﬁqq (drying and calcination)

2.4. M3Tavanadnidsluana
n1sdraesmaindaluanaiduzvuuuniianeinisdiasammisneuiiames Inelieznounie
luanainufiserseninaiuludisiaimils iefinwinisindounvesornay 1eeaInszUy

Tuanausznaumeeymadiwunnidaduldaniesmaudfvesssuutiug

dwsunisdnasanadndluianaiioriuinandfiang quesssuy auisavilalaenisly

‘:1' 44' . . 1 . o § v ° a o
#UN13N15AABUTA (equations of motion) WU force field vilaNA1sAITAUINTITILIWINN

2.4.1. @uN13N15LAABUYN (equations of motion)
wnAafiugulunisdasmainduana Aeaunisnisndeudn Jaduldaungnis

\AABUNVRNARIVBITIT LT andluannsT (1)

N

Fem®—mg 1
=m_-=ma (D)

2.4.2. dand39ununszlan (The Leap-frog algorithm)
Fanasnununszlan Tlun1suNNTNENNITNITIARDUN FILMe AU LAy

ALLSS IAIANUINRINALNNST (2) kg (3)



— R . 1
r;(t + At) =1;(t) + Aty (t + EM> (2)

_ 1 . 1 _
v; (t + EM> =v; (t — EM) + Ata; (t) 3)

1 D 1 1 ! 1 1 z |

I I I 1 1 1 y
. . W . ¥
l:I:I t 11z tl t3|'2 t’z t’5,'2

3‘1/771' 2.3 ¥ann13AIUIaYed Leap-frog algorithm

danesfiununszlanlideyavesfinadiwnusluginiaivils (time step)
o Ya L3 = LY q9 v ] < a a v v
dnldiesging gan1sususzeznanilvivunzauvestuneunanludaivialils

dmsunisdaesnaiadsluana WWewinnisldvawaaniidesiiuly agvilvidiuiuass

[
[ £

Mn13A1UINBRUNIsTIaeresldiiatlunsAuIdwINIInd S uteayanis

5%

A9 wanldYanaiuniuly vilvanudvesdeyatey wisuluaunisnis

)

' ' ' v '
A ) a = ! S o W

< ° v = ' A v
wasuNvzLinIuegesInE Mlvnanisnaaesilallasausetrunandfgyly Tu

av A9 Y 1 1 5 a A a a ) o (% a
Nudeillrisiatumazasilunisiaisuiae 0.002 Alaiury lunisanassnainiga

Lanaavn

2.4.3. Woulvvauuuua1u (Periodic boundary condition)
a < 13 o w P o o a [
Roulvuaulunwuy LUuaqu'ﬁzﬂaummgﬂst’ﬂumimamwmmLmimaqa Aananglu

navanantlugui 2.1 RoulvveulunlUUAUANNITOAURANTENUYDUWAIINTEUUNTVWIA

[ [

o a v A = A ! g <
QRG] Q‘-ﬂ’]ﬂiJﬂ']ﬂ”ULﬁE]MlWU@UL?JW LUUAIUNSIARD U8 0 RaNlUNGDY mam%wulﬂiu

N [

Armafeiueznoulangsou A108199UNE8991884RTINANTIASTI9INTEUVTUIA LG

2eARUFFUNNI1899N LUNIE18INNEDITNADY LALUNALALINUDEADUAANDU F1U1SOLUNE

Y Y

napsiogMeaugele detuanmyauluanINenmYeInaeItiaesdlilisuudas



U7 2.4 faegntoulvveuuvumulussuugesds

2.4.4. fndszndngluianawuutauunsa-laud (Lannards-Jones potential)

L“ﬂuﬁ'ﬂa‘iwdnaqmﬂﬁﬂdﬂﬂ”ﬁﬂ aymﬂﬁﬁluﬂmwwlﬁ/\lﬁwzﬁmew‘h 2

1
= %

wUUBRURUTTEEYNeTEnINaunIAfLanslugun 2.5 Ingaziiusegailioauninag

WeiuIn WseTunead) wazksaranidloaunneglnaiiussueNnvue

LB

-
-
Ll

&
-
T

potential energy ue
?
i
|
!
-
2
§
:

I— full LJ potential

-8 i L
] . []
distance between two atoms, ru

gUﬁ' 2.5 uﬂmmwﬁyﬁ’uﬁwmhm5\717m531/1"75::7/73'706y,nmn”m‘gsjwiwizm'wayn7r°7 [13]
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2.5. NISANUIUNNYIVD

2.5.1. 528zNNRAEANa9EDY (Mean-square displacement, MSD)

al

srogmaduindsaesiuiinuddyignldinseiimamansvesoynaiinala
ildnvazninedeuiiiuegidlsuarannsoudanasenuinianieniniazdrnnlein
2¢14}5 YU aummﬂﬁauas}wqﬁais, Lﬂﬁauﬁimagﬂmaa, A URLUUSIT AL sy
destaduansuenvieufauiusveseyniaies iudu TasArszogmandomdsaonduns
fannudoauuvesiumisveseymafifisudiusunisnadailonanvasuudasty fauans
Tuaun1sil (&) Arszezmaadoidsassazvenienisszeznadilianafiaulandeuily

P88 Sszeznteduidiaeseduananaulaivinuuieds indeunlauinlugig

seugamis lneArssegnaaiemasaesiidiwialassgniilulddelunisAiuiumad

fudseAvEnisuns
N
— 2 1 2
MSD = ((x = 20)%) =7 ) (1 =% @) (@
. n=1 .
laed N Ao J1uueUNIANYIINTSIRGE,

X A9 ALVUALRAEYDINNEUNIA
Xo FI® ALMUI198909NOUNA
X,(t) AB fAnLeTIaTlaf vadusiagaunIA

%,(0) AD ANUNUID19BIVBIUARLDYNIA

s
a 1

2.5.2. duUszansniswns (Diffusion coefficient)

duuszansnisunsidudinusiinanstianuirlunisindoufivesayninaiuse

AN T2EENIAANAE09 (Mean-square displacement, MSD) Tagldainuduius

Y84 Einstein asnansluaunisi (5) nanafieriduusza@nsnisunsazueniisninusives

luanafaula aedudssansnisunsvesluananaulanaiunn vunedanluananul

< A - 9 = = I < 4 v

Anuslunsedeudiunn n1sgeduaglid vasiiluanatuianusilunsniountes n1s
(% a
ARTUILH

Y
1..
D =-lim

6 t>o0

d(MSD)
— (5)
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2.6. MUIBNNYITDY

aa v

2.6.1. mswWiguigumMsaaduvadnialanunIuiaan (epigallocatechin-3-gallate,

EGCG) uazpnndu (caffeine) e dangniungnanudsiienyiadiunaieiy [9]

va o a = [ ¢

Yi Liu wazAneide Anwin1sgadu EGCG TuluguisuuianIngusdu Jegnduasisq
§18N52UIUNIT co-polymerization 583314 styrene U divinylbenzene §ide71 BMKX-4
wagyinmsdaudsieduluianafiunnsefuaiuvsinasuusdulaun ethylenediamine
triethylenetetramine e e melamine 041 BMKX-4-(a) BMKX-4-(b) tharg BMKX-4-(c)

AUAIAU

JUT 2.6 NI2UIUNITNITAUATIZIAAINTUSTUUAY IR INTUSTUTIAAUYTH 2emsioduT

§NAY 3 ¥ide [9]

INNTANWITN YU AURY AU ugUTIUIUTHIUNUI1 BMKX-4-(a) dgnsu
U1 BMKX-4-(b) Uz BMKX-4-(c) annmsdnwmdnuaumgiediufidaudsnuin BMKX-4-(b)
f91urumgieiuiinndt BMKX-4-(a) wag BMKX-4-(c) gavineRewuiliduvasaiiuaiunsaly

MIgadured EGCG 9n3UN 2.7 Wunsvluansninuduiusseninmiyaunsalunisgadu

EGCG fiunian wudimuaunsalunisgaduvesiangniuudazyiaduseil BMKX-4-(a) >

q

o

BMKX-0-(b) = BMKX-4 > BMKX-4-(c) Liu lfo5u1831 nsil BMKX-4-(c) gedulanana EGCG

Y

lptdeemszlaseasneues melamine dvwalugyilisuniunisgedu wazasureiiudnlily

viylefiuegafedINing widnwuen1inen gy 9 Adadon1I9AT UL YUIAFUTETRIIN
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Ndvdulavesans aguladiinisgadudeserdudadenianieninuagnieial

JU7 2.7 6avedn139ady EGCG 1iguAuiaa) [9]

2.6.2.lanaiadan dgaduidumadenluidmsuasusznauneduaalulaniuas [6]

Cotea havAuzRIdulanaaauaNa1nsanIsgaduansusenauiiuedniulitung Ade

o

mesoporous silica (SBA-15) ﬁﬂﬂ:ﬂﬂﬁ@@%‘u polyphenol Tulatdune 14 absorbent 1
mesoporous silica (SBA-15) tnaduas1evidieds hydrothermal synthesis flanizidunsa

Tnel41a1] 500mL Td SBA-15 4.0273¢ weuifu 30 unit uasiisly 24 vy, anndulifn SBA-15

4 =

oaduesnun wagiatiuauliuie waqld methanol ieainaisusznauiiuedneanun

wuinluansusenauiiuednty SBA-15 anansagaduaivniueenuilaunga 32.10593 + 0.03

'
[ a [

fiadnsusedns Awandlugun 2.8 9ann1svaaestinudl SBA-15 1uimgadudnyinindu

Y

=  a @ = a v a a ¢ v o =
madeniialunisgaduansusenauilusdnluingiusssuyid sudddundailaisusenauil

YOANIUNY
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3‘1/77 2.8 dsznaures polyphenolic lulad Cabernet Sauvignon tazlu methanol 57

oanu7 [6]
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U 3
ASandusuive
3.1. Wsunsufiifisadas

sruuMITIaemisnuatunwiIdeildlusunsy GROMACS su 5.0.4 Tums@nwl laegniinsa

Y '
Y

Lard1a8INIuTTULLASRIABNNILNESNNUTEANS A NES (HPC) NRvagNaudinalulad

Siannsalinduazeouiinesunesnd (NECTEC)

3.1.1. GROMACS
GROMACS 1959u 5.0.4 \Tulusunsuidundendmsunisdrasanaindduiana
P ° ' A A P a o Y o aaa
WeldlunsAuIumIAIAN Wefnwinisiadoun dnyue wazn1siinugazen
sgrinluana Tunsiaemaindduanatudeadlvddde 5 lnd Faznaseluly

Wide 3.2.1. lnslusunsuiilagouraiupouiinmesaussaningevesaudinalulad

Siannsalinduazmouiinesinesnd (NECTEC)

3.1.2. PuTTY wag WinSCP
PUTTY waz WinSCP 1ulusunsudmiunisifousasenitnaufinmesiussuy
ﬂamﬁ’ama%ﬁﬁﬂiz?{w‘ﬁqua (High-performance computer connected software,
HPC) wosaudimaluladdidnnsodinduazaeufinnofuniand (NECTEC) iilosainnns

Pasmaindduananeddnauiiuneiaussauzadlunsussiiananvun

3.1.3. Material Studio
Material Studio 2107 1JulUsunsuiiugrudmsunisifeulassasisduanauvu
5euuU)UAN13 window 7, 8 iiethfinnvesdazesaeululuanaldlunisdiaemain

Welaana

3.1.4. VMD
Visual Molecular Dynamics (WMD) lulusunsudilduannmadoulmiuazdnvas

nsindeunvetlianandinInMsInaeInaindsinang

3.1.5. MATLAB R2018a
MATLAB R2018a ifuldsunsuatiuayuiiodouldnduiunnsaluifdiesuae

ANMUALAINLALANTLYLLIANUNITUYULAR
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3.1.6. EditPad Lite 7
EditPad Lite 7 ulusunsulddmsuudladoniu wazldn dnunimgawazaiunse
wandHalaly saudaliszuunisAumIkazwunanlaog1awiug Trneas19indnnund

Indudmiunsiiasanamansluana

3.2. AN15AHUIUIY

TusAdelanvseondu 3 neude noufl 1 AnwvingAnssuves EGCG uay caffeine Tu

(% '
a a

11 nauil 2 ﬁﬂquaﬂiimﬁam%’mm EGCG uag caffeine Uuiuin@aniuagnoui 3
= a U . dy a aa d‘v 1% ] a |
AnwngAnssuNseAdures EGCG wag caffeine UuiuRI@an1fidakU Aoy lagmy

iunAnwAe ofidulaeiu (ethylenediamine, EDA) lngldisn1sdnasanaindsuians

3.2.1. dayadAynounisinass
Tunssraesnatmdaluanaildlsunsy GROMACS nesiu 5.0.4 desiifeyadfqile
ddlsiroufiuposusyaniningeUszanananaun 5 a8
1. Initial configuration (Init.gro) %@gaﬁlé’mﬂa%ﬂﬂuLaqaﬁisﬂumﬁ%’dmﬁ
TUsun3y Material Studio 2017 iiethfidausiazezmexluluanauidiuiie

mupumizaululusunsuy EditPad Lite 7 waztwlndiduunuana .gro

U1 3.1 #20¢/79 Init.gro 9INs2UUTIAD] 1
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2. Index.ndx Toyailaarnn1sialug Init.gro WWlUsunsyu PUTTY wazldeumds

Welireufiawmesaussausguiionatindliluuiuana .ndx Inefedadisil

gmx_mpi make ndx -f [<.gro/.g96/...>] -0 [<.ndx>]

U 3.2 §39¢119 Index.ndx 9I1nTeUUTI1A097] 1

3. Forcefield \Uudoyafidrfgdmsunisdnasuiielilanisfimesaidenis
Usznaulumewsinseynneinunuse (Bond interactions) Wagwsinseyini b
Wedunuse (Non-bond interactions) Im%’ayjamﬁﬁﬂ Amber99 force field

1 =] [~ a I
VO9ENTUTENDUMLDUULTUNITNLNDT



g‘lJ‘ﬁ 3.3 s199¢/79 Force field ¥4 Bond interactions 91A3¥UUT18999] 1

U 3.4 679824 Force field ¥a9 Bond interactions 99035UU3180497] 1

17
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g‘lJ‘ﬁ 3.5 g1a9¢/9 Force field Y84 Non-bond interactions 91032UU18849] 1

U9 3.6 §399¢119 Force feld v03liana1nnseuud1aed 1

4. Input.mdp Toyailldanauidinalulagdiinnsetinduasaouiinnosuieyf

-

(NECTEQ) nasannisadasvarinldnauiiiinosaussaurgs Inedeyaililu

Wfwesuazaunisildiiasinisinfeunvedluiana lnen1siadounvas
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s A a

Tuanauuldngui] Leap-frog algorithm tJuilsddunldduiiinsnaunisnig

a a v A

AeUT AILSY wasALss ynszuuldeumglivieiun 300 wadu agld

Y

Nose-Hoover thermostat wagilszeg cut off 8g#l 0.9 UluAT L8N non
bond interaction HusagunAseiuluianaissesiiglnauin MsAIUNNLSS

a a

Anndudululeen SududesdaiunlunisAnlsssiad

U7 3.7 6306179 Input.mdp 99935 UUTIA89] 1



U1 3.8 #3969 Input. mdp 9IN3¥UVTIART 1

U7 3.9 §39¢179 Input. mdp 9In38UUTIA0 1

20
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U1 3.10 #2996/ Input.mdp 9InT¥UUTIADIT] 1

5. Script file Toyailliangudmaluladdiannssinduasaouiainasuagif
(NECTEQ) d1a1nnisadasvoitnldneuiinnesaussauzgs e nidu

'
o

YAAAIUDIABUN LMD TANTIOULAVRIAUE

U7 3.11 699619 Script file 91052UUT18897] 1
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dothwalvireufinmesaussaurgeuszana output filsazdseneauluse 2 daundneg
f® final.gro Wag init.xtc lag final.gro Lﬁu%’aaﬂaﬁuaﬂﬂﬁmLwiazawaﬂuimaqal,ﬁaﬁfl
n3daeuasaAy dau initxtc \Judeyanisindeuiifazgniludnaniienn saznis
\dsridedes (mean square displacement, MSD) wazduuszansnsuns (diffusion
coefficient) Fevilimsunsiadoudl sasmsunsuazuinaiifnnisgadurestutana

e

3.2.2. S¥UUNNSINALY
Tun1ssraeanatmidsluanaty avuvsanseanidy 2 daundnile adsorbate waz
adsorbent 108 adsorbate Al#lun153dofe lulanaves 3fidalanundufalan
(epigallocatechin-3-gallate, EGCG) warAWNRUY (caffeine, CAFF) adsorbent Aa wula
weosagann LLazLuieziwa%“a%ﬁmﬁgﬂﬁmLLUiﬁ’;&JLaﬁﬁulmaﬁu (ethylenediamine, EDA)

Fauandlugui 3.12

. N
B e )

[ FAN1AnLUIIELRIU ]

[ SYUUI1809 ]

l Tutana I WU

JU7 3.12 99AUsznauvedszuUd1aedluauivey

91n3UT 3.12 Uansdieanusenauredszuudiass Ingnsidieulilouans 2 vilnfe

a a

EGCG way caffeine Tu 3 szuuioanuuubabn 11U VUAURIZANILATUUNURIZANN

=).
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q

1899k 03a1tUN15318849 (simulation times) 20 ns)

15799 3.1 97159971591909NAIATINANAYOITYUUAN 9

1

sy TIVIAG AI9E
yiavesans | Pwiuluana

1 EGCG

1
2 CAFF
3 EGCG

5
4 CAFF
5 EGCG

1
6 CAFF

Silica

7 EGCG

5
8 CAFF
9 EGCG

1
10 CAFF

Silica + EDA

11 EGCG

5
12 CAFF

23

nAnkUIAIEMLediu EDA a1u130a3Useuun1sdnaelalunnsned 3.1 (1nszuunis
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uni 4

NANTISVNIAABILAZIITAINANITNAADY
Tuuntiidunisuaninaniside Toa AMTNN1531899 T2 EENIURRSMISIEDY LazduUTEaANTNITUNS

4.1. WAN5IUVDY EGCG wag caffeine Tuin

4.1.1. AINN1591999%89 EGCG wag caffeine Tuun

511 4.1 VMD Snapshot a4 £GCG 1 Tuanalurhy

AMgae n) NouINITIIRDY ) MadrINIsTIaeaudesulU 20 ns

fl U



5U71 4.2 YMD Snapshot 989 EGCG 5 lananaluih

AMgae n) NouYINITTIADY ) MarnIsTIaeaudesulU 20 ns

g‘l/‘ﬁ 4.3 VMD Snapshot 984 caffeine 1 lananalui

AINEE N) AOUINITTIAEN %) ¥aayIn13918eudes1ulY 20 ns

g‘L/ﬁi 4.4 VMD Snapshot 984 caffeine 5 Zi/éﬁf;ﬁ?ﬂif?

AMgae n) NoUINITIIRDY ) MadrNIsTIaeudesuly 20 ns

25



(W luns2)

[

o

SEYLNRAYNNIED

26

9N3UT 4.1 i 4.4 wudndleiSeuliiou EGCG wag caffeine 7 1 Taiana wui1 EGCG uas
caffeine finsindeuilliedgnsdasy iiloiIouiiou EGCG 1 luanauay 5 lulana Wudi
EGCG 5 Tuanadinmadeuditosndtil 1 luana Wesnnluanamaniuazifausesening
Twana dsnalinsiedoufivestuanawariufiauiudaszidosas uenaini caffeine 5

Luanafiwualduguie i

4.1.2. 528NNRAUA1E9E09 (Mean-square displacement, MSD)
sragadesididendulsunaldinsziineynaisaulainddnvaznisnioud
Huegrslsmuninariluinded 2.5.1. lnefssegmnuademasaesidsualiazgminldldse

TunrsAunANENUSEANSNITUNS

ANWINATDITIUIUYEY EGCG 71 1 luanauay 5 luang

10

il - — — —EGCG 1 luanaluin

- P e EGCG 5 Tuanaluth

0 100 200 300 400 500

1387 (AlAWN)

JUT 4.5 NTIUaRImIUTUNUS T¥ TN T282N NIRELNIAITOUTEUAUIIA 19Ty UUTIADY

Y99 EGCG 1 luanauay 5 lunanaluih



W luLURS2)

[

NRALNAIEDY

PH

(Wluns?)

1%

SLYLNNLRRYMNSIEDY

27

AnvINaveIdnuIuYed caffeine 1 1 luanawag 5 Luana

12
-
s
8 -7
4
s
6 Phd v
L’ - - -Caffeine 1 luanaluin
4 - ”~ - ’_.-4"-_ v
- T N Caffeine 5 luanaluun
2 - -—"’-—
0 Le=sm"TT
0 100 200 300 400 500
1381 (Wla3und)
JUT 4.6 NI IMUaRIAIUTUNUS TE TN T2 NIRELNIAITOUTEUAULIAIY8ITUUTINE
989 caffeine 1 luanauaz 5 luanalui
AnwINareIUTBINNTBIEIFI9E19581nINe EGCG U caffeine 71 1 luang
12
10 -~
r'll
8 -
" -
- ”
6 4’J ~ s H
- L - = -EGCG 1 lanatuih
(4 e
Pid r o
4 e Caffeine 1 laanaluin
,a" - -
2 /,-' e e
0 === -
0 100 200 300 400 500

Va1 (lauad)

JUT 4.7 n5ILaRIA1IUATUE 52111 T8 e 1IRREN 1898 U UIIA Y9Iy UUTIADY

989 EGCG uaz caffeine 1 lunanalui



Wluuns?)

YENLRAINSIEDY

EH
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AnwINATDIUTBANTDIETAIBE19ENIN EGCG U caffeine 71 5 laang

5 s P - — -EGCG 5 luanatuih

..... Caffeine 5 luwanaluin

0 100 200 300 400 500

181 (AlAIuI9)

JUT 4.8 n5IMLanIm I8 Tug se 1IN T 1NIaRE7 1898 g U UIIA 17895y UUT a0
¥89 EGCG uaz caffeine 1 lunanalui

[y

ﬁ]’mgﬂﬁ 4.5 fs 4.8 1 Junywifuansfsszogmanasidsasadisuiuna gﬂﬁ 4.5 1uns
Wisuifiou EGCG 1 Tuanauas 5 luiana wui EGCG 71 1 Tuianadldszazmandemdaaes
unnind 5 luana wansliiiuing 1 luanafinisindouldognedaszunnnini 5 luana
desand 5 Tuanaluanawasuasiiaussssninluana dwalinisiedouiiveduana
wiatuiinuudaselionas 5Ul 4.6 1Bumaiuieudiou caffeine 1 luianauas 5 luana
wuindl 1 lanadliszezmaedeideassunnnini 5 Tuanawuidedfuguil 4.5 U7 4.7
HumsSsuiiiou EGCG 1 luanauag caffeine 1 luiana wuiiAszeznaindoidsaesues
EGCG tioenin caffeine Lipsanlananaves EGCG Svurnlngjnindwaladeuiliiiosnin

JUN 4.8 WunsSeuiiieusening EGCG 5 luanaway caffeine 5 luiana nuinA1seeeny

\ndefdEeIred EGCG toanin caffeine Faluuiliuduideniugun 4.7
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4.1.3. duuszansnasuns (diffusion coefficient, D)

[y

uUszansnisunsiludmuusiuansdisnnuslunisindeuivessyniaaiunsamiuimn

[

19a1nsz8En19aasn1a9@es (mean-square displacement, MSD) aufilanainluiate

'3
a a

2.5.2. Smsumsinseiaduuseansnisunsludy gnuanslumsnei 4.1

#1509 4.1 MIaUUTEaNENITUNTYeS EGCG Uag caffeine Tuih

AU Degce (107° cm?/s) | Deagr (107 cm?/s)
1 laana 3.1564 5.1516
5 luana 1.1490 1.9196

1NA5T 4.1 nudndleiUSeuliieun 1 luanaveis EGCG way caffeine A1dUUsEaANENNS

wWsUed EGCG Hutlounan caffeine Liosann EGCG Sauadlugninvilitadeuiilatesnin

AnviadanudnAduUseEnSn1sunsvadns EGCG uway caffeine dAnanatiiladnuiuliianauin

[ A7)
v A &

Ju veillluraniainAszegniaadsmasassmiulddiuin narfedduanauiniu
Tuanawmaituasiinusessnindluana dwalinisindouiivesuanamaiiuiinnudy
dasviouas AUl lNYeIAduUTEANENTLNTVR9YI EGCG wag caffeine edAranas

aduulianauIndy



a aa

4.2. WOANTIUN1IAAFUVBY EGCG Uae caffeine UNWURTENN

a aa

4.2.1. AMNN1531809999 EGCG uaz caffeine UUNWURITANN

U 4.9 VMD Snapshot 989 EGCG 1 luanauuiuiiagan

AIMERE N) AOUINITTIARN %) ¥adriIn13918eudes 1LY 20 ns

5171 4.10 VMD Snapshot %04 EGCG 5 luanauuituiiagang

AMgae n) NouYINITTIADY ) MarINIsTIaeudesuly 20 ns

30



5“1/77/ 4.11 VMD Snapshot 984 caffeine 1 buanauuiuidigan)

AINERE N) AOUINITTIAERN %) ¥aariIn1391aeudes1ulY 20 ns

g‘L/ﬁi 4.12 VMD Snapshot ¥4 caffeine 5 luanauuinuiagan,

nMgae n) NeuYINITTIADY ) MarnIsTIaeaudeauly 20 ns

31
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o

A NO MR GON

32

1N3UN 4.9 fs 4.12 WislUSeuiiieu EGCG way caffeine 1 1 laananuin laliainiuly

a

EGCG 1 luanadinsiadeuildnlndiuin@aniunndu uwansliiiudsaanuaiuinsavesdanily
M3AAYU EGCG Tumamsaiutny caffeine 1 1 luanatulinsindeuiiliegdase wandli

1w caffeine ligaduasuuiiuia@@n dnviadliaiinluianaves EGCG 1u 5 Tuana &

a

WU EGCG 5 lanatuiinisiadeuiiidilnanuinganwuieddiui 1 luana

4.2.2. 52NNRAUA1E9E09 (Mean-square displacement, MSD)
sragaedeididendulinaldinssiiteynieiisiaulainddnvaznisindoudn
Huegrslsmuninaniluidei 2.5.1. lneaszesmundeiaaesfidnualdazgninluldie

TunrsAuuANEUUSEANS NSNS

ANWIHATDITIUIUYEY EGCG 71 1 luanauay 5 luang

3.5

2.5 s

, — — —EGCG 1 luanauudan
1.5 Vd q

1 DA R N I [—— EGCG 5 luanauudani
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4.2.3. duuszansnisuns (diffusion coefficient, D)
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4.3. WOANIIUNNIAATUYRY EGCG Wag caffeine uuiNui@an1gnanLUsiaevyialiy
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4.3.3. duuszansnisuns (diffusion coefficient, D)
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