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Abstract

The objective of this research was to investigate dicofol removal by laccase from Lentinus polychrous Lev. in a
membrane bioreactor with addition of natural organic matter (NOM) and heavy metals solutions (iron and manganese)
at concentration 0-50 mg/l, dicofol concentration 1 mg/l, laccase concentration 4.32 U/ml, pH 7 and temperature at
2843 'C. Based on the results of the dicofol removal efficiency in the membrane bioreactor system at 240 minutes, it
was found that increasing the concentration of natural organic matter and iron solution caused a decrease in removal
efficiency. At maximum NOM or iron concentrations of 50 mg/l the dicofol removal efficiency was only 72 and 83%,
respectively. Increasing the concentration of manganese, increased the efficiency of dicofol removal. The efficiency of
dicofol removal was 100% at all manganese concentration and the efficiency of dicofol removal in the membrane
bioreactor was not less than 80% at 480 minutes in all conditions. This study indicates a good potential for application

of laccase for dicofol removal in a membrane bioreactor.

Keywords: dicofol, laccase, membrane bioreactor, natural organic matter, heavy metals

1 L= 1 2, %1 & a & a o =l a o =l
unﬁnmﬂ?zyzyuan, E}IW’JEIP/’IHW’HI’WEI, FIENSIFINTINAINAT JJ%’)’JWU’]NE@UN??‘D‘D")% a.9713uT131Y ?.EJUN?’]’JIE’]‘H 34190

" Doctoral student, Assist. Prof., Faculty of Engineering, Ubonratchathani University, Warinchamrap, Ubonratchathani 34190
E-mail: apinya.on.58@ubu.ac.th, karnika.r@ubu.ac.th* Tel : 045-3533342



Vol 38. No 6, November-December 2019

UNUI

lalanan (Dicofol; DCF) figasiaifia C H CI.O \iluans
AIMNAAANIRINT LTU Nuaw IWRE LAY SIuE TR
udu %aﬁmﬂ*ﬁmuﬁuaal'wl,l,ws'%mﬂuﬂﬁjmad
WNBEAINS laamsdanunmaluvasduis laoaansalsle
AuAmfeunniia liiezduiiels Aoeu dnuasuald
69 9 uazliaanlidszdy wazdinmanadananaFerinld
lalawoard wiiioultlunianisinsasidwogisnan
fagiufiunnin 30 Uszinailanldanslalanaanso
wamﬁmsﬁﬁﬁmuwamaﬂ@‘[ﬂwaaagi waewuInlgluneg
AN 60 BHe BevnliSinmenudesnsldaslala
Waarhrslaniindn 3evinlwlusewinelin.a. 2544-2556
Urzneauinnaalalaneatszann 5,500 dudatl uas
S5 anslelalaneatiinelanyseanm 2,750 dusel)
Gﬁamﬂ"ﬁmsmﬁﬁaﬂdnmadﬂﬁjumwmﬂsa:ﬁﬂmﬁ@
MR ENREENIANGITITTRE T UL FILAR DY
vl stupumslaufivvesialaneaidaniu 3 me
ldun nstha Bt waznamela Tasenwdslasu
fiw wnfudzasiionnssauidasusnaian Tauasia
HAE WmLﬁmwzﬁﬂﬁﬁ'aq@né’maﬁlﬁ waziialeyun
g&iﬂdﬂ’]ﬂi@]ﬂﬂ’]ié&l fin nianala awiliiRanmnszdu
lndonnadnoad ldunnindnd ldlunszgunaia
\lasudns 9Ua9319MT Iaa MR duisdatzuulszan
grunas uiaduasineliifalsans5ela? aan
éT’sam\wiaqmmwwwﬁﬁﬂdnmaaﬁmﬁﬁﬂﬁ?{un@ﬁaw
ursansy wia US.PEA 3s3aldmslalanasiinnuiu
ﬁwag’élmzﬁu 2 panpfadumnsieuanefidenuuie
galuszdudunans’ mmzﬁ'mamqu‘[sﬂﬁﬁmm
Iilalawantwdanluinasliiu 0.1 Sasnsusedas’
Taatiuwuirdimuabienlodundszondldlunszuiums

o @

thifamstwilaniiandsludmnaday iasaniaswlssd
ﬁmwm‘hLW']:m:mLm:ﬁﬂsz%w’ﬁmwiumsﬁﬁammaﬁr@a
lagamzanslunguaasezlsndn wonaniisnodams
Famsuasifusne sansornuluannisidam iy
Houwld uazvioldifiaannzasendsuudas
AT goannil AANNLA swdsawlmifmunsaw/aon
gﬂmsﬁﬂﬁagiugﬂmsﬂi:ﬂauﬁﬁmmL‘ﬂuﬁmiamwﬁ
VL@Tﬁaﬂﬁqﬂvlﬁs

wloiuaaing (Benzenediol: oxygenoxido
reductase; EC 1.10.32) wuldillwdorwanlyisan
(White-rot fungi) ﬁ“ﬁ%ugd LNRILNTRALRZLUATILSE

dudu Sauaaesdaduenlodlungusanilasaning

Effects of Natural Organic Matter and Heavy Metals on the Degradation 647

of Dicofol by Laccase in a Membrane Bioreactor

lausNNT0dFaUEI TR FRANAANY L TURNTBUNSE
fsefiundd Auea a=filuiluea axlsandn tefiu Fday
LRZEIIANAULNAILNITHA 171 DDE DEET (Juau’’
Fadosoufouiuowloisfiedngudn uaeasiin
owlmifisnnzianzasdessasiuion Semunsniinmn
Uszgndldnulanainnay Taounasianlaiuaninafils
luﬂ’liﬁﬂw’l‘limﬁ]’m Lentinus polychrous Lev. "ﬁdfﬁ]’ﬂﬁ’u
Tudovasfiauoudr inay niafiaua Jaidwdenlu
ﬂﬁg'uvhvfsawﬁﬁ@ﬁa%aLauvl,smfl,l,amﬂmm"’aﬁuaaﬂm
MUUBNLTAR (Extracellular enzyme)
wenaniauunasinsssumaTaly 10l
LWz 3w auasens s B98I E BTN
M 3E159 W A AuTINUEN TBUNIITITNTE Bae
NOM &91imanannuand msiwodelusssumansased
Usznausiy asuen sandaunazlalasian undn
uaﬂmnf’;ﬁdﬁaﬁﬂ@jﬂa%:ﬁﬁﬂﬁ‘iﬁWﬁﬂmé‘mmmmmﬁa
6'1‘5'&Lﬂmm’mqﬁwuvl,@i”mnluﬁwm?1 fMSuUSuned
NOM wuinfienldiin 10 Hadnsudeday sIulAaANLAS
Lmeﬁaﬁwuaglu"ﬁN 5-14 UaANINGRAT WAz 0.3-1.5
faansudedns MudeU [8] S9iuisnasinsdnmnian
Fuilasudnedu eldanusonadasualndidseiy
FINARDUIII FINANTTNUVBIAENURL LI AFENIFING
gamsmialalaneadiolawloduaaias NTNBNUMT
fAnwnv89Zhai uazAme (2015)° W fisduanuduT
yosmsazanelaveninissauliifin 1 Saansudednas
sanalilanlaiimagiassnusndesamnslalanealddndy
Aanudutwssgrsazarslansninfin iyt
AN 1 Dadnudedns deiwmsanenluessiinanan
RTANTIANNENNTalwINIHRERADEITINTALNRS
770 10 lANDAFILULARLARLED TIANENTINAUDIARNLAL
Lmeﬁaﬁwuag'lml,miaﬁwsmma@iamsziaﬂammem
AINE azﬁﬂﬁmuﬁ%’aﬁﬁmmawyitﬁﬁla“ﬁu NANIANEN
snanInazh lUszndliaulaase
wdadnilsfianaudinislsuaaaalugionlsd
a3 sansofezhdam e ldiuesed udiiaigsadu
ATEUIRANTTNTALE? Lauvlﬁnafﬁaﬂmwzgﬂﬂdaﬁﬁavlﬂ
wioniutnfirnwnstinde S liauwaesnsldiewlssd
Tunivasanldirudmsunsadaonlodlng uaziiie
umsuilofedefiiadudind1n seinsiszuuds
Unsaitimwinauwanls lasdunsngunauszning
NMIUINANININMBATNAIBLUNLLTH (Membrane separation)
waznszuInnIneBinwludsdjnsal (Biological



648 Apinya Onsarn et al.

process in reactor) MeldnszUIRINTHE AW 93N
0 RAN TN TELIRITINITINW Fuinfionasany
1009 NUINNNAUTITIN W AN TZU LI T Ex
mydszendltiusuindinlnglunszuiunmmsdinim
Aoulduusuriialulasfaiasdu (Microfitration; MF)
LL&:é’ﬂ@%’]?\laLm"?j"u(UItraﬁltration; UF) TapAszuuaLY
IUILAAUNILINANIRIDABMAULLAATING Fawuin
nszuIumMIdanflatasiu Juwaw aagwwag’iwﬁw
1-100 wilwuas Irlunsusnluanavinalnajisullsdn
Lo lera] maﬁg?xuﬁﬁaaﬂmnﬁﬂﬁ %amnﬁa;&a"ﬁwﬁuﬁa
RNID I NTTUINANTY aaé’a@%ﬁﬁlamﬁ"umﬂszqﬂ@ﬂlﬁ
srwiuanles Sadeadaifavnmifinniewlod 1 ussun
Jeldfiewladmywisulildluszuylda 9 0Liin
lavlddaaduianlodln
FatunsdnueSeiiiiwunoiotasaans
lalewoasaanloduaninssiunuszuuislfnysifinn
wausu laglunsfnsgaduiledninimnsdan
awlalanan andslugnzanusssumalasrialy A%
§13 NOM Lm:miﬂajuiwwﬁmﬁwmﬂmﬁnuammmﬁﬁ
Fadanadamstosaaslalanoadisuaniag wazdnm

o v

ANWIUHSVIININN EIJ”I’]‘W“].IE]GLNNLHi%ﬂiﬂﬂﬁadi‘]‘ﬂﬂiiﬂﬁ

BLANATOULUUADINTIATOULATHAIITINU HAIINNIT

gnwiannsnslvidudsenudunldldlunisteassas

)Y

lalawaadouanns Nandsbwingsluowiaale

szidaulnIve
1. awlosiuazasiai

aulaaiuantAaann Lentinus polychous Lev.
F9ldnnlsamnzidia 3.9uaMImil wazanRLAdTlETY H
VL@Iﬂwaau%qw%{, LUNUEA (1NTALATIZR HPLC > 99.9%),
IATNTAMNINIINMITNNUYadewlol ABTS uay
lasau (1) aaalsdiaaszlaiasa (= 99%) :nL3En Sigma-
Aldrich dszinaanizeinin asiianedlusdudniagy
(Bradford solution) 91nL31" AppliChem Uszineieasii
wazkuImia (I) asalsdanszlaiasa nUSHEN Fisher
Scientific Uszinaanigaiuinm

R1IDUNTTTITNDIA LA NN UBIDIANT
a1 Anioauansmd wwgnianiliasaind1nd
mwmﬁwﬁuga“ﬁu@hmnszmumﬁna%aﬂu%ﬁ Sarion
i sruufUBunasingindy 1,500 8as wazrnualinas
M szuuTUsINasnasmasinAD 30 a3 uaztiuin
madradanan Blglummesssdaly

J Sci Technol MSU

inasfiafildiinsne leun 1edas UV spec-
trophotometer (SHIMADZU UV1204, Japan) Lﬂ%.ad pH
meter (Eutech pH 700 Meter, Singapore) Lﬂ%.ad HPLC
(SHIMADZU CLASS-VP 10AVP, Japan) AaduiiAlTae
C18 &efluwayiniy 7.8 x 300 mm (Vertisep OA 8 um
HPLC) LLa?;Lﬂ%Ia\‘l AAS (PerkinElmer AAnalyst 200, U.S.)

uwwflansasfildnananyussn GE Water &
Process Technologies 1Jwluy Flat sheet membrane &
PUWIAFWIU (MWCO) 20 KDa "s’aqﬁﬁmﬁmmﬂ Poylether-
sulfone; PES ﬁmumvﬁuﬁmauﬁamaawﬁﬁu 191x 140
mm ﬁ@hmwﬁmmumaé’ugaqﬂﬁ 70 psi (483 kPa)

2. masmdalalaaanredsljnsaidrnw

LAILL T

= o 2 6
MIANEIMITINAa b lawaadLawlaiian
a8 isUnsalTinmwnuIs oy lwanuens leg
Itauloiuannaain Lentinus polychous Lev. $n6118813
A9 v & 5 oA @ &R a A £
alndwihdefianzidueionanaslalaneasigns
AMniurinnsans lasltusunaanlaiuanasisuaun
4.32 yhadafiaddas anuidnduzadlalawaad 1 GadnTu
@ORAT ANLATWYINAY 7 WazAMULTNTUYIgNTBUNSTY
FITNTIA ABNUAZLIINBRIUWTEIS 0-50 TaanSudadas
Tesfivsanasmuludsd fnsolisudurin 12 fas anun
FiiumInagauLazAUsNIarasluTI9I81 0-480 WA
d‘ o a 6 kZ U A

Wasin lFezranudutuuadlalanaansnieluszuy
fnSuilesidudnisidalalaneadmiouaniag §18170

fwnladanaunin (1)

Removal(%)

eNile)
=(=; 1o @

0
lﬂl =) v v AI v a a s 1 a A
e C_Aeanudnduiudu (Hadnsudadas) uaz C Ao
anududuingle g (Jadnsudeiag)

3. MIANIRIEUUVIEALHBNTITRADAG
[N )
Watastw
270 Figure 1 tHunmsdifiuszuuneldnis
N3094UUIARUI9 (Cross flow) BIBLTWLUITUUALILLEY
\ianses lasthdaednaanidaile (Feed tank) azgnilau
hszuulasandaussduiafanain pump(P) AQUTCTREVRTIN
BRI ULUIHTRAD AW ALATTY DIANAWN M LIz U
s , T T v e
Winfu 5 psig luz e ihsunliriwiansasazilounsau



Vol 38. No 6, November-December 2019

wiagnasnavanfisfnsallaserdoussan pump (P,)
FsazBuntinlusuiian Snumnn (Retentate) sHutinfinm
wausululd azgniSonih inafiien (Permeate) Govinlu

Effects of Natural Organic Matter and Heavy Metals on the Degradation 649

of Dicofol by Laccase in a Membrane Bioreactor

dmé’aﬂéna:gﬂﬁﬂﬂ%Lmﬂ:ﬁmﬂ'swvﬁwﬁummﬁalu
sruudaly

Pressure valve

Retentate

Feed tank

S

Permeate

Cross-flow UF module

Balance

Figure 1 Ultrafiltration membrane bioreactor

4. msaeudwiiionsas

Wadifiuszuuanistasnanits dand
Alaazanas S‘f%\‘lLLa@]\‘llﬁLﬁWi’]Lﬁ@ﬂWSQQﬁumadLéaﬂ‘iad
(Fouling) 836D NAZA" ﬂﬁu'uuuﬁwﬁwLLa:mfﬂugwgwm
WHuLf ansasdswIsdasinenuazanafianses Wialw
UsensawuesudmdansesndulndiAsendorrin A
\Hlansassudy Semdsdiuszuuiadeluudazads 1ia
maa‘*ﬁﬁﬂﬁa@ﬁﬂaL@'ﬁ%ngﬂﬁwmﬁwﬁ’auﬁ%mm’mmw
wazmaadl lasduau u:mﬁ]:sl,%ﬁwﬂﬁﬂmﬂﬂ‘squum‘iﬁn
Fuinssuusdaianduszaziian 30 wifl wasani
sadadsloduylaasanlsd Aaw 10 ﬁﬂﬂiﬂﬂmﬂﬂi:ﬁ;
wWaLNIAGasn Waw 4 (Juszuzian 30 wilundazans
LLa:éﬁd@hﬂﬁ’]ﬂﬂﬂmﬂﬂizgﬁﬂﬂ%& NN yIanEng
Fiamnueulugag 5-20 psig wiwdansasmnidlilgliug
mﬁmﬁuvl,ﬂuismﬁﬂmum"l,u%'avlwfiﬁqmmgﬁ 4 a3
wwaido ewaniansuuaiiiedns gianafiauuiaves
\Hlansas

5. A13ATIVILATITANA

AFTAATIERNINTINAITAN UV ILAALAR
auitvas° lawlt 2,2 -azino-bis(3-ethylbenzthiazoline-
6-sulfonate (ABTS) LIUs1IRUALATN WINFITRZANY
fhaseiulmaanesdianwined uas ABTS annsiuen
T uuainldug

Iuéwaﬂaquqm%gﬁﬁ 30 BIALTALTER LAY
wyalfisendinnsalasaaslsezdfn Aanududu
80%lanthntin udibldTadmsganfuusai 420 wlu

A CA o ea
was lag 1 pfia vaseulodfedwinvesanlalifisg
UgAsemadivundasuesansasdudani

Farrusunmllsaulasas™® layld Bradford
reagent é’]ﬁﬁ]gﬂ uazl% Bovine serum albumin (BSA) i
WWs@uanasgu Barslilamnudatunidesns annu
W8N 7618819 NEUNU Bradford reagent 200 88867 L&D
L?}Nﬁﬁﬂi’]@’mﬂﬂs:@ 700 NARNNT ﬁwvl,ﬂfimmmsg@ﬂﬁu
wa9l 595 wilwiuas wWSsufisuiunmwanasguluséin

Sianzivsunmlalanaaduaias HPLC lagls
AadNyl C18 (7.8 x 300 Faawuas) auitvas" law
azaulalanaadioiunines dwsuluunowsnlside
Lumuaa@iamﬂswmﬂﬂ‘s:g ludasnsu 80:20 law
USunaseadSunas YSurmnisdadlagiavinny 20
Talasaas damnisinavasluunuwayinnu 0.6 Hadaas
1 = Ad‘ v & al QI U U
dowfl aanpiinlfidugnimnTlussuiadon wazlden

“ u 4

AANAULEINANNEIATY 229 Wl as

WanN13eLazandsIuna
nazas NOM ninan1vaatslalanoanuian
Tossinaaias



650

Apinya Onsarn et al.

—
=3
S

—e—No NOM —&—NOM 1 mg/l

®
S

——NOM 10 mg/l. —a—NOM 50 mg/l

o
=]

&
S

DCF removal efficiency (%)

()
=]

4
1/,

1/

240 300 360 420
Time (min)

60 120 180 480

DCF removal efficiency (%)

J Sci Technol MSU

(B)

80 py
o

60 / L

f; / A
w4 A

y /

f/' / —e—NO NOM —m—NOM 1 mg/t

20 ’/

—o—NOM 10 mg/L —a—NOM 50 mg/L

0 T T T
60 120 180

T T T T

300 360 420 480

240
Time (min)
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Figure 4 effect of Mn concentration to dicofol removal, (A) batch reactor (B) membrane bioreactor
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Figure 5 Physical characteristics of membranes, (A) before (B) after
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Figure 6 Membrane SEM surface images: (A) before (B) after the addition of NOM (C) after the addition of Fe (D)

after the addition of Mn
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