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Decolorization of Methylene Blue via Microsecond Pulsed Plasma

in Atmospheric Gases
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ABSTRACT

A novel vertical bubble reactor with microsecond plasma discharge was designed for methylene
blue decolorization. The effect of changing the type of feed gas in the plasma reactor (air, oxygen, argon,
and nitrogen) on the decolorization efficiency was investigated. All the feed gases achieved methylene blue
decolorization higher than 95% within 30 min, while the energy required for 50% decolorization (Y50) was
1.415, 0.954, 0.786, and 0.586 g/kWh for oxygen, air, argon, and nitrogen, respectively. By fitting with (n(C/Cy),
the reaction time varied linearly with the reaction time, indicating that the decolorization reaction exhibited
pseudo-first-order behavior. Finally, coumarin was used as an OH radical scavenger, demonstrating that OH
radicals were the main active species in the decolorization reaction. These OH radicals may have been
generated from ozone and hydrogen peroxide. Considering the economics and the decolorization efficiency,
these results suggest that air is a promising feed gas candidate for methylene blue decolorization.
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Ty FaRansveredmeiugaaimnssusiman e o1 nsgn1y Mavlennds deindeivanudosain
gaavnTsumaTtinimstudouresasunis feasduniddnlnyduilaseineiidudounarudause faom
Hufivgs Huansreusds (1] liannsndesanelfiodassssumni nolfAnuaivmai lnedledidemani
Inaasguvanianssasfazlurnmmadureadu 21 ilfAansudevesundsinanedusvanau
oghaBaeszuuiinming, ndeyanuiserinsssne wuiiiilandeeanssvuedideedil 280,000 Fuded
[3] 91N8DANISHANT oL U amLAUTEIN 7,000,000 Fusied [2] lagdoyaansuia1sian (World bank)
ussdiuin 17-20% vosmaiwmsinnangaamnssudme [3] fiuiedufuegsdeiiiideangnamnssy
fagdesinunsvindaeisigndeuarlduinigiu Smngnainnsalulsemelnedos foRau unsgiu
AIUALNNTIFUIBET SN Ta RNl TY NTENTsgmamnTI (4] pE1anTsnsanoulrUdostde
LMﬁWﬁum@iLméﬂﬁﬂﬁ’lﬁ’lim%

NUsENIANTENTHEAAMNTIN 1309 FUUANIATFILAILANNTTIZUNBLN 799 nTaa We. 2560
Uspmadsdulddaustuil 7 fiqusu 2560 nefiinmsgiulmidetuidvesiie fenatudu @ e, 2539)
fvuadn “desliiduiifisfafon” Wiy “seafldrdtiosndn 300 tefidule (ADM)” Fannsgrumununis
szurptfsnlsanuatulnifiesnindanuitunnidosandveniifisged unnuas St lutiagtusd
nszurumIst it dssuuuiaiinas menmiliiuegrsundnasldun nsvadanisdanam msnnanou 5]
waznszuIusleley [6] 1usy wifdmudeunnseady nisurdamsdinmiddqauniduasuuaiite saude
nsléTansmandulslumsgaduliiansodosaansddondienududusgld (2] dunmsnnaenoututiie
adouuvuazaeildlid Sniadsdinmneenouvendeiiatu (5] Fadumadfiunisslunsiida wagnssuaunis
TelwuAdsnausuniusaziduansiy (6] 1usu

wanau1gungden (Non-thermal plasma, NTP) [7-8] L‘fJumﬁﬂuﬂizmumsaaﬂez?mﬂz?’uﬁifuqq
(Advanced Oxidation Process, AOPs) @arindslasuaiuaulangraunn nsfavsausealniusegs il
a1sueniivl (Active species) wassugalaun Taleu (O5) lelasiulaseanlen (H,0,) euyalansenda (OH')
oyyalelnsieseanled (H,0,) suyasendiau (O') Bilnaseudiiindsnuge edunssunn uassansililewan
(UV) Wiy [9] ilesanideddaduendnuwaldaunioniinisvrdauuuduaialy dufeamsnatiseyya
lensenda (OH') fisiaaieshilumsvifitengauazfusioondladius [10) ansaviwiseniuasuativ
wuuduvisglaiauynaiia [5]

a1swiiduug (MB) WJuddeuudn (Basic dyes) [11] ludiwinanseslsunfnuuuieninelslenin
(Heterocyclic aromatic) aglunsenaillulnendu (Phenothiazine family) fassadeiiudouss [8] faduaudn
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AN UUg (CieH1CIN;S.XH,0 >95%, Ajax Finechem Pty Ltd, Australia), Inuvaidau lalalad
(KI >95%), Ajax Finechem Pty Ltd, Australia), lati susladanainunglawmsn (Na,S,05.5H,0 >95%), Ajax
Finechem Pty Ltd, Australia), A31134 (CoH,0, 299% (HPLC), Sigma Aldrich, USA ), nsagan3n anuitudy
98% (H,S0,, RCI Labscan Limited, Thailand), lwunai@ guiueos uuan1iun (KMnO, 95%, Ajax Finechem
Pty Ltd, Australia), ineand@iay (O, 99.5%, KASIDIT, Thailand), finea1snau (Ar 99.99%, KASIDIT, Thailand),
fralulnsiau (N, 99.99 %, KASIDIT, Thailand), was@ls (Zero Air ( Lab grade), KASIDIT, Thailand) waztin
Us1anleesu (Deionized water) dusun1sassuaIsazaly

BN1INAAY

sudunsnaassuuungluiosmunuaamail 25 °C ilevhmsaaedvesansavansdufiduugiinig
WauduiFudui 25 me/l araudunsa-ane (pH) 1uduvindu 5.48 wagarauinlaila (Electrical
conductivity, EC) B3uguil 4 pS/cm sfiunishamsanaraunduia 30 und 1uLﬂ'§'aﬂﬂﬁﬂiaiwaﬂamws‘ﬁqﬁw
Mnufalndndvsinauaune FaussgasararsdiuiituugUiinm 30 mlseny msRavsanaanfeiuluvie
WunosTsTluuagnguLade 160 um melueiiuvisianididnnsadavinhanawnueatasuan seeesing
dwsunisiansa 8 mm neTaanduuanevesiariuresiaeveurisiaihddninsatauan dwmsuian
Binlnsataaulfuviuanuiaa nssnszuensadinfuunasinelinssuansusiugaionsiar sananaunly
sULUUWRTTIPIN F9n 60 pSec Taodarusaduliifiugags (Delivered voltage [13]) 7 36.1 kv A
10 kHz wioudrefetouiisnsnisivansi 2 LPM Tugwvienumes fauans amdl 1 n1siaen pH Mie3esinen
pH (HI2002, HANNA Instruments, Thailand) wazenaaudalui1l4ias esdnaaauialada (EC-100,
Extech Instruments, China)

Aszansawnisaanedwfiduug viin1sinAIn1sgandunasiieiA3es UV visible spectrometer
(8453, Agilent technology) Imﬁﬁmﬁmﬁhmigmﬂﬁmmaﬁ' 665 nm [14] Wi whnsaeudisudiemanududu
yaarsazaslagldns1nuinsgiu (Calibration curve) & slunismiAuszdninmnsaansdiufiduug

(% Decolorization Efficiency, %DE) A1uiadaingns (1) [14]

G~ G
%DE = —— x100 (1)
C0
Tngfl C, AoArmnudutuisuduasdiuniauug (mg/l) wag C, AAanuiduduresitegediuiauug a vian

Y

v
o '

Wusaege waztiosamduuAserduduil 1 e (Pseudo first order reaction) A9 uA1AIA 8 M

(Kinetic rate constant, k) Tuvie min™ A1uIRINgns (2) [8]
G
In (—) =kt
C ()
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AMEUNTaaned (Energy yield, Y) Auiaangns (3) [17]

1
C,le/L V, (L — x %DE
ole/L) x V(L) x 00 ¥

Y(g/KWh)= (3)
P(KW) x t(h)

nstaardaramisinia 19n3eseeadalaalay (DSO5102P, Hantek, China) siaviasdelnsuin

Foyeyrdliussdugs ms1 11 1000 (HVP series, UNI-T, China) e iaAussdiufiansa U anuvisdidnivsn
72U waglwsuiadygraunseaulida 6ms1 1 : 1 (PP-200, Hantek, China) @1m5uinAusIAuanAIoNda
funiu 100 Teviu (@) wielduanssua ((t) [15] n1swAiniasiniltlun1sfgvisananaun (Discharged

Power, P) luntg W fwinaingns (4) [14]

P = fx | UO) It @

el f AeAiAnnudvesnIsAavIsanatant Tuniae Hz, Ut) Aeussiufansa Tuniae kv, I(t) Aeainszualni
luntie mA , T AsAimunanvesdygiawadlu 1 59U wag E AoAnassudenad luniie J A1uauain

gns (5) [16] .
E= J, Ut 5)

Ysunadlelou AnanizUSunavestelauavany (Dissolved Ozone) viujiseniuansazanglnunaide
lololas (K) Ama1utdudy 0.2 M USuae 30 mlaaufAsen (6) annduiinislminsanvaisazane

Toieusledaumn (Na,s,05) firududu 0.01 M Aeufisen (7) [18]
Os; + 2 + H,0 — 1, + 20H + O, (6)
l, + 2Na,S,0; —> 2Nal + Na,S,06 (7

Ysunalalasiaudeseenled Tudiusiaainlessulsuna 30 mldiunsadansnauuinne neuiinis

aaa

Innsameansazanelnwnadeuasuaaniiug (KMnO,) ANt 0.001 M auufizen (8) [20]

5H,0, + 2KMnO, + 3H,S0, —> K,SO, + 2MnSO, + 50, + 8H,0 (8)

o
o

naaeududseuyalansenda vinlnensldarsasareguisumnududuy 100 pM Husadnduenya
lanseanda (OH scarvenger) [21-22] Tnenauasluansazaneduiiauug
TAA1AIUNINTFIUE ADMI (American Dye Manufacturers Institute) #3835 APHA 2021F (ADMI

weighted-ordinate spectrophotometric method) [23]

=\
NAN1IINAAd9LazanUsIgNa
navashinwsanisinalalasauasaanlan
a & W Y] ~ Al o ¢ a 1y W
auyalansandagnaadnduiinisuanlunsaans esniiadngnsesndindugaviiu 2.8 V [10]
winfiorgdunnniuiu (Ussanas 10° 3widl [24) dsiulunsmenlagasdaildenuazilonianaiaedoug

nsmanlalasiauaseanted Fuduaiseondunuidfiongaiuiunis (Ardndniseandndu = 1.7 V [10))
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Fagniiameuny [7] Wesnlalasiaueseanlediinvuanuiisennissuiiveseuyalansenda Awgise

(9-10) [10] wazdvanunsadeudueyyalansendaldfufunielduasgianwanaudafised (1) [10]

e +H0 — OH +H + ¢ 9)
OH + OH" — H,0, (10)
H,0, + hv — OH" + OH (11)
NO + OH" — HNO, (12)
NO, + OH" —> HNO;, (13)

mnmavnaeswuihUEinalslasaueseenledannisassanaranluihunaanlesou fuium
fAnTuuanaety wansis awdl 2 Tnemaifinturesuinalelasiudesoenladiduiladdurasnan Tas
meldussenavesensneuamnsandalagainis 100 ppm enaidosnanaeliussernavesenineudl
Aruvuuiudidnaseuguuarenineuluannzgnnssduliengsniun JaiiliAnnsineleundanugiléa
[18] wazneldusseimavestulnsiausazenmanutiunalelnsauesoenlediiiingt o1adianngunain
lun3neenles (NO) uazlulasiaulaoenlud (NO,) fiiAnanUfAserseninanaraunduielulnsiouas
oondiou AeoyyalensondaluviufAsofnnanlunsa (HNO,) uaznsaluan (HNO,) Tu s vausiadoudisiny
ﬂmfﬂmqjmiaxma FUAATeN (12-13) [10] 9Mnaud3deves E. Brun wagame [21] 52431 NO uag NO, 1u
arsdnfueyyalensanda (OH scavenger) MiflvszAnsamuazusinalalasauesoonlediAnd udunis
UsvenUmnasigavesmaineyya lensendalummsden faiuiadululdineldusseniaveseiniaensd]
Uinaeslunineenleduazlulasiaulasenludiiganiilunismeldusssinmavedlulasiau 1osnn fusunm
lutanaveseendiauluannziwuinnii dunieldusseiniaveseandaulidluanavesiulasou Jufa
lelasauasoonledldunni Fmansmaaosfiléfaruaenndosianuideuss L Chandana uwazan [18]
uazeuiTeres H. Nishiyama uazaniy [25] faiuaindoyadnsdudenan Simeeymuliumunaificeyya
lansondanigliusseniavesfineris 4 viin Besdrduannnludesléded o19nou sandiau lulnsiau was

2101F MIUAIPU

navasingsanisiialaley

Tolwudunilsluanseonduauvidsiinnudn TyrenisaaneduiauuglaeaidndniseanBinduminiu
2.07 V [10] FsmsmerdTualelsuazany (Dissolved Ozone) lusidssil asmusinalelauazatsainnis
Favisananaunieldusseniaveseandiauuazernmsingu (91 liAndTmaleleuaraefionainneld
vssemeaveslulasiauuazenineuilesanlifiluanaveseendiou Fsarnuanismeassmuituiunalelay
avaefianieldussenaveseandaunazoimaduilaiduiung uansds awit 3 aeldusseniaves
sonduuiiviinaleleuazansgeiianiniu 60 me/l melu 30 ifl FaleleuRnnufienssudivesoyya
pondiau (O') sadfuoendiauluussena §sUfAzend (19) wag (15) [24] daunelfusseniavesenied
Usunadlelouazanewiniu 40 me/L aelu 30 Wil Falusunaiidesninneldussenneveseandiau eswn

fvsualuanavesesndiauluasesUjnsalivesnin uavdnidienadesagduiiuvinluanavesoandiau
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nmsyndtveraenlulasiauluannggnnszdu (N*) adulunineenled wazlulnsiaulasenled

'
a

AeUfATend (16-19) [13]

O,+e —>20+¢e (14)
0,+0 — 0, (15)

N, + & —> Ny*+ e (16)
O + N,* — NO + N* (17)
N* + O, — NO + O (18)
NO + O; — O, + NO, (19)

nsaanediuiiauug

KaueINTAAIEE o 1anAuganavanedluwfif 30 wuihdveasiiduugnelifets 4 viia fns
WasuuUasanaseaiiulddn duans awil 4 Jndsaniiegslunaaoumeinisgandunasanniu
Tugsfiueaiiuldfinnueniadu 665 nm nudrAnsgandunasnieldfeta 4 elinfimaisuuasegnaii
5 Faniduanuduiusvesausednsamnisaaisddeiian duans amil 5 91ndeyananisaans

aaa a v o A

AwAduugtieunuingnsnisiiauiselinnuaeandesiulisendudunuilaiion dauans aawn 6

a '

wananaelianizusseniaveseandiau nuAUsEASmnsaaneAlLfiduugaaeiaaintu 99.87% laudl
ﬂﬁﬁ%mmiamaﬁLﬁw’ﬁuaﬂwimﬁaﬁqmﬁwmmﬁé’mwhﬁ’v 0.214 min™ %aﬂu@hﬁqaﬁqﬂiumuiﬁaﬁ AR
Ananmsvinusniuvedelsululinugeriveyyalansendadundn Jalianseenduawiluszuuganinfng
viadu uazidumlirUszavnmnsamedniiduugmeldaninzusseiniaveseendiauiimsivasuuuasgs
nivfeindusgnstaauluundiil 5 uay 10 fauans awil 5 wihaneldusseinavesoondiauasiiuiuna
oyyalansondaifiusesusssniavesenineufay uenainiluauideves H. Nishiyama wagany [25] wuihdl
Tolwugnifueglunlesfneignuiuluadosufnaa Feo1edatelilelsuinufiserivduiauugléfdedu duw
meldussenniaresersnaukareIne deussansamnisaaiedlndifeaiuun lnganalianussavzainnis
aaeAwiiiy 98.68% uazAAisaT VAU 0.142 min? dauensneuaUstavsawasaanedviniu 97.79%

Y

WagAIAINEnsIU 0.130 min WWesainangldusseiniavesersneuansandnusunaeyyalansendala

v
v o =

unfigadsufAzendi(20-21) [24] feuFseusulsdmsaarsdnieliusseiniavesersneusnanoyya
lensendalfundn ludruannzusseinaveseinia fausheiiviinueyyalensendatiosdian wifdeduima
Tolsuantnglunmsaansddslelsuiuoninnazannsoaaisdlasnsadunalnandnuda [26] Ssanunsoaaisd
Hueyyalensendals Wlevhufizeniueuyalalasimesenda (HO, ) BuAnanmsijizensenindlelsunas

1 uansld FaURRend (22-29) [24]

Ar+e- — Arft+ e- (20)
Ar* + H,O — Ar + H' + OH’ (21)

O3 + Hzo —> HOZ. + 02 (22)
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O, +OH — HO, + O, (23)
O, + HO, — OH + 0, + O, (24)

aeldusssnmalulasiauiaiuszdnsamnisaasdiosNgavindu 94.78% Aaeainsignsmiiu

0.104 min™ WediasaniiieuiuainAwaInudl 91adanvsunannsuastislunisaaedndidglussuy

17

agdlelu wineldussenievestlulasautugneuuiuinfivinnueuyalansendaginiteniais 2 win vl
ANUSEANSAINNNSEANeE 1 w199 30 Tuwmansneiuunn wiiiaNasaunlae NS sUMIBUANASN O NS1SENIN

TulasiauuaganiALTInuIuaneeiui 36.54 % Fausvenlainufisennisaaeduiiduugnieliusseinie

vaslulpsiaudidnsfidiniienimegrsiiuladamau duladedugiidngnnanimisinunanssnunenisaansd

v
v A '

Wiiduvg duAsAl pH wag EC ISuAuvosasazaly d9luuidstdaisazatsduiiauva

U U

IS

1A1 pH wagan EC
SuAuifunnNINAaeindy 5.48 way 4 pS/cm MAEIRU LagaInaLATeves L Wu uazame [17] 1
¥iMs@nwIHansENUNANENAUYRIA1 pH way EC doUstdnsamnisaansfiuiiduugnuiniinanssnuiiies
EntiossoaUszAnsamnisaatediuiduug Fean pH u vatdeg luauided wansds aawd 7 nud
usTINIAeseInIALazlulasudadlan pH dunndf1eeiedu 019u1a1nUsnansalunda (HNO,)
nsalupsn (HNO,) MAntuameluusssniaveserniauaglulasiou uagludinver EC ol nadnee uamad
i 8 nudtmadsaraai i1 sEvindluussenialulasiauiarensneud darunsavsuendium

'
=]

AnuuanssUTinaileseuluasaransdwiduugiiannndt 10 Wi Fswuirdanuaenndeafuaiuunnsis
10961 pH AnTu drunavosnisinadaannnsgiu ADMI Ty Ardwiiuugduduagf 2907 ADMI uazen
Auwfiduugmeliusseiniavedennia u udidl 30 Auvdeayd 29.1 ADMI Fsindndrdidvusdiedesnd
300 ADMI (1nU3N1ANIZNTNYNEINNTTY 5oq ﬁmums,J'1mgmmuqm’mzmmfﬂﬁamﬂBNW W.A. 2560)
Femooyuuldinneldusseniavesianneiadasiunasitomue esinAszdnsnwnisaais

dunduugnelaieteusiindun s wiiin 30 deuansreiulaiviu = 5%

nsugeufisenainayyalanseanda
HANINANANTAAI8ANITU 100 UM Wiadudalfizenanayyalansendalumsaanefiufiauug wui

UsEANSNINNITaane FwiauUa o uiN 10 anaseeuiulatn kanasa A 9 Famuinneldussennieues

Y

o o A

91ne fiA1Useansnisaaiedsiifign enallesnannieldusseiniaveseinialivsunaeyyalansendatiey

q q
o

nandlewisuiuineyindu Snvislelauiiindueraianisunndudueuyalansendadaujf

a A

381 (22-24)
Dudulvguazgnanspuisudnduld Tngazdunadiuldinauszandamnisaanedildianuaenndosiv
AdSinueuyalensendaisesdiuainunivieslaud ensneu lulasiau uae 81na aud1du eniunigle
UsIBIMATRseaNdLaL FalAUstansamnisaaedgenitensneu dadululdinAnainnisiausuiures

auyalansendauazlolyunivunaninududugs

AMasuUNsaaned
INNANTNAABINUINAMEbNTRawsSaneldussenavesinesnsede Seeaiauainuniutesle
o X

g9l Tulaslau 915n0U 99NTLAU KALDINIA FITAIYINAU 10.93, 10.53, 9.83 Lwaz 9.49 W auaau Tasuiun

mmmﬁ’uﬁua’maqmwﬁwm&iaﬁwﬂsxﬁw%mwmiaawﬁLuﬁﬁuuq LEAIAS AT 10 TABNUINAINEIIUNNS
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aagdwiduuganasuinuunenguiuludunfunduugianudutuaanient (<1.5 mg/l) Feaglugis
YosrUsEanSamnsaanedaas 95% Juld duringanuidymisesnisaelousiaseninsduiiiuuguay

a1seonduauridianindueglugisfinnududuiidiuniaduma lildndsuuin duuniswieuiieu
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