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- Hydrogen Sulfide Removal Unit for Biogas Cleaning for Household Application by

Chemical Absorption with Iron Chelate Solution
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Abstract

Biogas is a renewable and sustainable energy source that produced from anaerobic
fermentation of organic matter. It can be use as a natural gas substitute for cooking purpose in
households, however, up-grading or purifying of biogas for health and environmental concern is
necessary. The removal of hydrogen sulfide (H,S) from biogas is an important step of biogas up-
grading since H,S is hazardous to human health, high corrosive and strong un-pleasant smell.
The aim of this research is to develop the H,S removal unit for up-grading of biogas using as
cooking gas in households. The chemical absorption process using Fe(III)EDTA as an absorbent
was employed. The H,S removal unit comprises of a 5 cm diameter cylinder column, 50 cm
height containing packing media of 1.5 diameter and Fe(II)EDTA solution of 350 mL were
found suitable for this purpose. The results shown that at the optimum conditions, biogas flow
rate of 5 L/min, Fe(III)EDTA concentration and volume of 1 mol/L and 350 L, respectively, and
inlet H,S concentration in biogas of 1000 ppm, the life time of Fe(IINEDTA that can control the
outlet H,S concentration at 200 ppm or less is 8 hr. The spent Fe(IlI)EDTA solution can simply
be regenerated by bubbling air at flow rate of 5 L/min for 12 hr. The regenerated Fe(II)EDTA
solution gave the same H,S removal efficiency as the fresh one.  Thus, it can be concluded that
the H,S removal unit developed in this work has a high potential to use as a biogas up-grading

mean for household utilization.
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asveulasonlad squnIAnyIHaveIANMTNT LY TaINABOOU(SOF ) uaz Ty
4 = Y
MIvBIUABDIU( HCO; )"9D18YD3T1308018
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Zhang and Tong (2006) Any1A13sda lalasudalnadleasazaeanlSnnan lsa
& - = _ o a @ o ] $
(CuCl)FsAn1l3nloveu (CuCl; ) ansamdalalasouda IWdlioglugves cus s
o a - o ] ) o = 1
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(electrochemical method)

@ a d
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14 a o L 2 g [
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H,S() < HS  +H* (2-7)
HS < S* +H* (2-8)
Cu™ +8% +CuS (2-9)
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= = _ _ Pay =4 = Y
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lunediniussyunavealfiians temanasfimunzaudmiunisiialalasouda g
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gunatin dudsduiumsfidnud 6 fws1un anuidunsasaluse pii= 8.5-10.5
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CDTA M1V 0-2000 molL wanisnumu pi (Huilesviiiinadeilsz@niamnissisa

@ s = P Y v a v v
"laiﬂmwm"lﬂﬂmanﬂ 1ummz‘wmmwmu”laaauﬂﬂjmmsazmmmzmmmmumad

18



= o

@ I'4 1 3 =1 v a @ o I'd
lglasiaudalna lugrefimnuiinanedseansninmismdnlalasmudaliaosuin
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Y

[ [ Y d T
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v 3
diaminocyclohexane- tetraacetae (Fe(IINCDTA) 9 25 "C HANINAABINUIATNIUAIYIY
A w = aan a v ] @ A a 4

usasIMTRalfasen sndaediusu dasimsulaeuuilasveslalasudalia melu 10
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Fe(IDEDTA tiWor)dsuiilu FeQIDEDTA #szdosiimsilouoimedigszuudissasun:
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1.1 dwmtlsdasy Ysenoudae
A @ & Vo . A o v a Aq 9
X, A0 8RN INAUBIWATTINIW (MIAD 4-8 L/min Fudusiadasinis lnanldluns
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M3 3.3 ueraawan1snaanIfsauda H,S 1InuAaFInMAa150za10 Fe(IDEDTA

ANIEMINATDIANI N IAINAITODALLVA INMATIA RSM 1D CCD

Column
Qypas, [Fe(IINEDTA], |'fS——
Exp Utilization Time,
L/min mol/L mL
(CUT, hr)
1 5 0.45 350 4.50
2 7 1.00 350 2.70
3 7 1.00 200 1.92
4 6 0.75 275 3.75
5 5 1.00 350 6.88
6 6 0.75 275 3.50
7 4 0.75 275 4.10
8 6 0.25 275 1.15
9 5 0.45 200 2.80
10 6 0.75 150 3.63
11 6 0.75 400 8.00
12 7 0.45 200 0.50
13 7 0.45 350 2.50
14 6 1.20 275 11.00
15 8 0.75 275 1.00
16 5 1.00 200 5.72
17 6 0.75 275 2.08
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Source of Sum of P-value
DF Mean Square | F-value Remarks
Variation Squares Prob>F
Modetl 90.27 4 22.57 8.69 0.0008 significant
X, 21.56 1 21.56 8.30 0.0114
X, 49.16 1 49.16 18.92 0.0006
X, 13.35 1 13.35 5.14 0.0386
X} 9.65 1 9.65 3.71 0.0731
Residual 38.97 15 2.60
Lack of Fit 37.44 13 2.88
Pure Error 1.52 2 0.76
Correlation
129.23 19
Total
R’ 0.70 Adjusted R’ 0.62

a o ° o A = Vv
Maran s zranuulslsmvesuuitasadeiudaluasiei 3.4 uaasly
= v o =y [ @ o U
Wi usiassdwisaesuiganuduRuTsEnieegns ldanvesaisazaie
P ) o @ 4 @ w o =Y v 9 o = P
Fe(NEDTA 14 lumsidaune 0,8 fudulsautiumadieamelagisvesmsaniuaun
o Y o v -~ W 5] Y ] 3 sy Y T
Avua 1diiued19d deaziriul@aInal P-value ¥09913 X, X, 1ag X, UAT1UDINT 0.05 a9
"W o a :/’ @ = 1 ¥ =Hq v
Pdulsaniunsiie 3 dals dnadeergmsl¥nuvesaisazay FedDEDTANF1uMS
o W 24 v @ o @ 3 o ' 1 @ a & Qs [ o
Sisaude H,s ssnihiodfguazdumsuuuitassdinaniiamdulssansandunus
. 2 &L 2 g v ana AQ o 1 A g a =
(Correlation) R’ =0.70 ¥9a1 R’ iWlumadanuanididaauniosogasuosnnunanaIam
wuuiaesamnsnesine ldnnaumsmsdsznawazidumianuddgylumsaisan
VA A o =3 Sy Yot o @ A A & U A v 2 ey
anuinFetsvoauuiassmeadiacnanin lainnud1AgydnaImie na1hea R NAnds
o ) v U v 2 o Y @ J 2 v v 3 = 9
iaudnlng 1 e R, minlianlaaiResduai R uaraauaazmoylunuuiaesi lddu
v [ v o W 1 1 o w 4 3 ' 2
damaeeraiiiodrgaeszuzmiFlumsmiauia 1,s Wanua Tasnnmanaaoawyil R
waz R, i1y 0.70 uaz 0.62 Awdidy 1nmsnaaedi R, findind R’ 1fosvinldnin
o ' 1 ° Yt @ w o :3’ & Y [
MsUsuawanmsnaasazmMINLLLI0 IMNANUFURUIAUIINUY FITEANRBINY

¢ o ' 4 = 1 o {q 3
naagsnauay el sufsummainneegnsl¥nuvesasazaiy Fe(lDEDTAR Y

32




o o 3 Y w v A a '
Tumsiidaufa 1S vesnuiaesaunisiduldsdumin ldninmanisnaasssianud
] @ = ¥ ] 3 a = =} P & Y 3 1
uanaeRuiesdeaz 8.04 Ml dsnaaufSeudioulunwilszneud 3-3 Fadaslamiun
Joyaiildnnmanaasaaznnuuuiiasnsznedseuiduinansnnuaeandosluszay
= v MY, 2 ' ° - sy ¥ Y o q ¥
frousu'ld (R= 0.70) waashuuinesmandiamaas i ldamsaldinesseznai 1y
Tumsidauda 1slugesdwlsidnp1d msnszanedivesnanisnaasuaziuLines
T 9) 2 a o dyo s Y o A = 9
menndunusauaumaniannaminaaeslunuiteiiduiums laeldunaainwily
a Adn oo Y o A o Y q¥ Angy
awasei limmsanuauanududuves 1,8 luufadinmwimadi ldasinldaasanal
1 3 [ 1 < o a P
Tavfiautlsi)aonlusae 400-1000 ppm 8613 lsAMMLLVS 90N AdAmansh 1dTuvn
¥ =g 9 a dy ° 99 Y o o @ o w "4
foyaminaassluannzlfauseilazannsoildszgaalddumsiiadiiauna H,S

TuanzdlFanuasiluszauasisould

12.00 —
= 1000 —
= -
g 800~ =
£
g 6.00 — B 4
2 O
T 400 . B
-9 [ ]
2.00 — =
B
|
0.00 —

T T | \ T T 1
0.00 2.00 4.00 6.00 8.00 10.00  12.00

Measured time (hr)

| v o 1
mnilsznoun 3-4 nimiaasanuFuiutszniteegns IFnuvesdsazatw Fe(IDEDTA

{ o o a 4
ﬁ‘lg{ﬁﬂﬂﬂﬂﬂﬂ\um%iﬂﬂfﬂiﬂTLl'JiuIﬂEJLL‘U‘Uﬂ?ﬁ@ﬂﬂ?ﬂﬂﬂ‘lﬂﬁ1ﬁﬂi

33



33.1.2 WaYRI9N3IMTIHaVeUATTININ (X)) HazANMTNTUYRIAITaT Y

Y

Fe(IINEDTA (X,) f901gM3l51uve9ansaza1e Fe(lIHEDTA

HAYRI8R3 1N IMaveuRadInw (X,) wazanududuvesa1sazaly Fe(lIDEDTA
(X,) #eo1ums lnuvesmsazae FeDEDTA (1) WlFlumsiidauna H,S aunsouaasly

,_-;’ a Y o A v A o [
silvosnsdiurInenaued lddimnilszneui 3-5 nuduiedaims vavewnadiniw
£ v £ g Yy 3 a M o

g9ty o1gmslFamvesmsazats Fe@DEDTA anasFuilupmdemnisnidodniinilna

1 v J

o A 4 4 a Ay = 24 A A
ﬂlﬂx‘luﬂﬁﬂﬂﬂTWLWN"UH‘IJ??J']Q!%@Q HQS ﬂL"lﬂﬁﬂﬂaNu@jﬂ%Nﬁ]%!Wilﬂlu@'JUﬁlu‘Uﬂ!ZVlﬂﬁiﬂﬁﬁLm%

v

v
o

ANV UTUVDY Fe(IDEDTA 1uauaatiue1gnsl¥auvesa1sazals Fe(IEDTA  u
v & @ Y A { o
AoANIIATNIsAARs GarzasetuduiumamuaNudnduvosaTazas Fe(IDEDTA it
9y Y 1% ¢ A d?, ~ a dg‘ @ Ad o o W VoW
TogmslFanuvesneduiimuiu saziimamuvuludnyazhiidsdAyuinniiduaa

4 dat .
fedulszanivouney X, uaz moy X,” MNAMFININVeUNeN X, 110

e
EULRAALLLLULALURRR R AR
INAAAALLRRR RN
10 X Q”“&&}\‘%*‘\\\\\\\\{{‘\yg\m‘
AR

AL R R
AN
RN e\

t (hr)

1.20 8.00

0.96 7.00

0.72
[Fe(III)EDTA] (mol/L)

6.00

0.49 . .
4.00 Q,,s (L/min )

0.25

H ¥
a v o & T
muntszneud 3-5 niuAuaasnNUduRsssnImavesanududuvesmsazats
@ [ = Aa 1 9
Fe(IIMEDTA (X,) 1az8nI 1M IMaveRasINI (X,) NUHAADD1ENS 1HNUUDY

f1sazae Fe(IIHEDTA

34



3.3.1.3 annziminzaudmiumsmana H,S

o a g o
MnAUMsIIUaendamaasnlmineegnis Iauvesasazate Fe(DEDTA

1

g o v W o Y a ¢ &
MFumssrdauia 1S fuandioaunis (3-3) MNNT0IATIZHNIHAMALYRINN1ILN
wminzan'glno1411)sunsy Design  Expert  Software Hevz 1A 1ia Aganinldnanis
k4
a <3| o o = o

apvruesiuAIgage uazaso MdiduunamalunsdmuaaniizmsauiunmIvesn?

A4 g 2 Y @ y ¥
wlshifeteedelszneudae 80515 InavounaddInIm (X,) ANNITNIUYDINITAZAY

a a g

Fe(IIDEDTA (X,) #az1/5110598981502010 Fe(IDEDTA (X)) 1INMIAATIZHAIBUUIN
3198y Wy e iMang @y (Optimum Condition) lumsfidaufe H,S fiv sasinslna

44 . a
YOUWATFINN S L/min Anududuvesasazats FeQIEDTA 1 molL Haglininsivas

y 9 o = v == 1 a

150210 Fe(IDEDTA 350 mL Tasanududuvesude 0,8 Amashnegaduiiahinu
1000 ppm  91AM LI ITUAMILLBSIABITIITAT LB IS [FNUveIasazatY

Fe(IDEDTA H19lumsidaude Hshanmzdana1dldum 7.95 hr.

33.14 mi‘nﬂaaummgﬂé’fawmnmwﬁmm

msnaaeuAnugndssveILuitassduiiums lasiimsnanesidauna 1S Tu
o Y = Sy ¥ o A o A
wiaganmlasldanrz iz aui ldnnuuniiaesiosasims inaveaunasiniw s
L/min ANUA NS Uu93e1502078 Fe(MDEDTA 1 mol/L 1311a548981582818 Fe(IIDEDTA
y o = v Y ) ]
350 mL LazaNuuTuvewda H,s Amadiviegadumiify 1000 ppmwu101gMs 1591
¥osa15az s Fe(EDTA lunsmiauda 1,8 Tavhianududuveds,s 1neeonuodno
2w A £ Yt o A o A v 3

QAT 200 ppm A0 § br FslndiRsaiumfinnennuuuiaesie 7.95 hr uanslimu

' ° Sy v ¥ o o w o Yt
'J’]!l‘l]llﬁ)’]a@xﬁ’lllﬂﬁ’]“‘]ﬁﬂi‘]fﬂ’lﬂ’]ﬂﬂﬂﬂ'ﬁﬂvﬂﬂ HQSﬂqﬂllﬂﬁ‘ﬁ'}ﬂ'\Wu&ﬂﬂ

3.3.2 mafnmmsiuyanwansazaa Fe(IDEDTA

=< dy Y aan = LY =
msfinaimsHuyanmasazats Fe(IDEDTA awljnsseonmasunyeansivu
ilasms@ueimeasluaisazas FeIDEDTA firumilFaufidn s wudd dulsi
¥
= ar
Anulumsiuyanimuesaisazats Fe(lHEDTA Us5enounlesnsins lvavese1md uag
Aq v o ~ aa w AnY 1 =R o 9
Naflumsdueims TaslianensnaasuazIsminisnaassaei lananaaluiive

a 2 Ad v o
3.2.2 LASUNAONIFANY ININYIUVDIAI U

35



3.3.2.1 HaYRIBATIN3 IHaveseimalunsWuyamwasazais Fe(IDEDTA

NNMINARBINATaZa18 Fe(IDEDTA firums 1dausisauie HS (Ransd
MINZAN:3A3105 IMauouda®Inw s Limin Anududuvesaisazals FeQIDEDTA 1
mol/L 4az1l3110598981502810 Fe(IDEDTA 350 mL ) ¥1AnBIMav096a51015 1aves
a1ﬂ1ﬁ¢iaﬂ15ﬁuﬁaﬂwwm@amsazmﬂ FeDEDTA  Tauldiuermeatlonoinied iy
M30rMn Fe(lIDEDTA firuns1dauuds uazvimsualsw dousasins lnavesornist

Y o

o 4 2 . = o Y Aa
AA 1 096 L/min Jagatuguoanileuoimalunndasimsnaldnein 1oe udani
o ﬁy b o w [+4 - o A
m3aza1e Fe(DEDTA Hrunsuyanimuds linadeunisdidauia B,S fimariziduiie
9 q o @ o - @ ' Y
M191gM3 199U veId15az018 Fe(MDEDTA #14lumssiaufa 1S Aaanzdng az'ld
v o 1 LY {
anuduiutszninewmsdnuvesmsazats Fe(IDEDTA fudasins lnavesernanls
e o = A o
TumsHuyanimensais FeDEDTA fanaaslunimilsznoud 3-6 wuiuilosasinislua
' 3 ¥
YoM IUL luT6uA 1-5 Lmin dawaliergnslFiuvesarsazas Fe(DEDTA
d' M o @ [+ p=} 9 d' A dgl 1 a d’d‘w ' A
Alalumsimvauia 1S i Tduiiudu udezuniindams lnavesoimagenimse
] b [l
AU S L/min 4aaediigns1ms lnavesemamniy 5 Limin 1ulySinuvesoondnud
2 9y o aann @ v ~ dy
gnReduuazinlfiseiy FeIDEDTA edaiisswanazannsoluyanmyesasazats
Y td a Y W 4 4 Wy A ]
Fe(IIDEDTA ldod1aauysal maidueimadiodasins naiigeiuly 1&iunmsgaduves
' ¥
PRNFIUNIZNEATINT Inavosemeagan ulheziiUSmavesesndnudigszuuinniuy
' 4 1 o & { o ¥ e w
uanmnemaegluneduiuaznafioendududadumsnzais Fe(IDEDTA viiounas 80
E4 14 v
nnnuanse lumsazaeveseanduiimnasaiunsmusasims Mawnnis Limin
- 1y v Ay 1 1 aa dynﬂ A @
W lilinademsHuyfanimues FeQIDEDTA udntiela mudseiitadonsasinis Inaves

t @ . [ ~ - A g [ = @
9INIANING 5 L/min nd_]uﬂ@31ﬂ15qﬁaﬂlﬂ@@1ﬂ1ﬁﬂlﬁu1$ﬁuwﬁﬂ “ﬁﬂlﬂu@ﬂ§1ﬂ13qﬁal@ﬂjﬂu

9

1] k4
amzimngaulumsilountadinmidhgszuvluduneumsiiauda 1,

36



50
40 —
Py
£
=20
1.0
0.0
0.0 1.0 2.0 3.0 4.0 5.0 6.0 7.0

Q. (L/min)

A v o ¢ ' % =q ¥
amiszaeui 3-6 anuduiuiseninegmsl¥auvesmsazats FeIDEDTARIF M3

o v o v w =q ¥ &
Sdaufe 1S Mdasims navesorman tylumsiuyaniwaisazais Fe(MDEDTA

3.2.2.2 waveanalums@uemanemsiuyammueansazais Fe(IDEDTA

AMINABDIAITAZANY Fe(IDEDTA rums IFausdauna H,S (hian1izh
Nz au:8a31m3 laveufa®inIn s Limin ANududuvessisazalw Fe(IDEDTA 1
mol/L 1813115 v89a15a2018 Fe(IDEDTA 350 mL ) 1dnywavesnanldlumsiay
9 o
smaremsiuyanmuesasazas FeDEDTA lavlFduematlounimmdildln
P 9 F4 9 a P QI:: | P
asazans Fe(MEDTA Nriums ldanunds vazimsulsnfasunanlysdua 1 0912 hr
Tasaruausasims lnavesormaluganisnaaeslineiin s Limin - udniiensazan
o d’l 1Y o o =4 P = A
Fe(IIDEDTA firkumsiuyanimud linageumshiaund H,S nan1izmunen1ognis
99 1mv09m3aza1n FeEDTA  dmfunsiidaufa 0,8 fanzdndrd azld
v o v o ~
anuduiutszndeergnslFnuvesmsazais Fe(MDEDTA dunaldlumsilousima
¥ . v
FwmSumsiuyanwaisa1s Fe(IEDTA Awandlunwisznoud 6 WuNNoRsINT e

1 £ 4
YDIBINANINY 5 L/min m3smunar lumadveiniaezdrldmsiunaninues

37



o d? dd? [ 4 A g Yy
Fe(IlHEDTA mﬂ‘Uuﬂ‘lmﬂm’dﬂQ‘1@@aﬂmﬁwauuﬂlﬂﬂa1qﬂ151%a1uﬂladﬁ1ia$a1EJ

Fe(INEDTA funamlslumadusimeaserssanulusiniseneun 3-7

Time (hr)

0.0 20 4.0 6.0 8.0 10.0 12.0 14.0
Air feed time (hr)

4 v a d ' o @
ﬂ]‘W‘lJﬁZﬂf’)‘lJﬁ 3-7 ﬂ'J']llﬁiJ‘W‘Ll‘ﬁi$ﬁ31\3@1f£ﬂ151%\ﬂuﬂl@ﬂ’L’ﬂiﬂ%ﬁ?ﬂ Fe(IIDEDTA d15UMS

k4
fdauna 1,8 Munar lumadueimadmsumsiuyaniwaisazale Fe(IHEDTA

3.3.3 ManadeuMsiFnuasvesaida 1S laglfasnzimnzaniildoinms
naaeandluduneuminda  H,S wazludunesumsluyammnvesaisazais

Fe(II)EDTA

MINATOUNS 19U Iwegatve 1S lavldaniziminzaufio Usinasves
o [
@1502810 Fe(IDEDTA 350 mL $A51013 IMaveeudadinin 5 L/imin Aunduduves

@15a2a10 Fe(lIDEDTA 1 mol/L wazldan1izmsiuyanimasazaie Fe(IDEDTA #i 80151

38



M5 lMavede1nie 5 Limin wazizezatlumsilousime 12 hr ldauiunmsiaiaseudn

i
o W o & =

I3 @ @ o Y 4 4 °
vhiugnslu o.aruvyu Sandaings Taoldyaddamia 1,8 Mmundumeinnuazen

uRaFinwedasaiiioanziimsmsiaszdninmuosyamiia 1S fnamensunszit
1502218 Fe(IIDEDTA 4093A190 H,S uliensaldon 188ndeld (amnduduues
H,S ﬁmaaaﬂmmﬂgﬂﬁﬁﬂqqdw 200 ppm) 39111e1582 018 Fe(IIDEDTA ¥039Af13a H,S 111
miﬁuﬂ,ﬁmwuagﬁmﬁu"lﬂ“l%’“lmjc?;uﬂumﬁi‘immamwmﬂ%ﬂm?a Tdwansnaaeuds

uaaalunmwilszneui 3-8

_100.00
X —@—Fresh
e res
~ 80.00 -
=
o _
'é: 60.00 ~=fr— 15t Regenerated
=5 40.00
=
== 2nd Regenerated
Z 2000 - g
5
& 0.00 T ! ] r
wN
s} 0.00 2.00 4.00 6.00 8.00 10.00

Time, hr

Y I ) 4 ' s oA o ] J=1
mwilszneud 3-8 Anuduiussznnlszaniammsisausa 1S Auna nlsouie
sernems ¥ arsazate Fe(IDEDTA Insiaa (Freshyfuansazaty Fe(IDEDTA NH1UNs

¥ ¥ ) ¥ v
‘Wm;l,amwm"w 1 (1 st Regenerated) MR 59N 2 (2 nd Regenerated)

4 1 o w [24 =) a a a 0w
nnnmszneud 3-8 wuhgafidaunea 1S Tuszanamisudulumsiia 1S
Y 4 o w 53 ' ' 4 1 @
Wiy 100% uaziienadeulfaugaiidauda 1, adraeiiosmudmasnnmsldnuga
f1ia 1, Tudadszainu s $2Tualszdntamuesyadiia H,S anasieszaud liawsoly
Yt Y o L!y o w [1d ]

1890 azdeaviimsfunaniwesazais Fe(IDEDTA vosgaiidauda H,S T lagns
a Yt ) s =2 [ =} v o @ 24
wuemadgaediigaduunumsilounnazinm Taslumsnageumslsnugadidaund

o o 3

v k4 ’ ¥
s i ldimsldnuuasuyaniwasazate FeIDEDTA e ldyaddaune H,S 9180 2

Q
14

4 i . k4 k4 v
ass wuhgafidaufa 1,8 W1daisazain Fe@DEDTA MinumsHuylaninaiai 1 uagais

71 2 Ilszaninmmsdiie 1,8 IndiResiumsidasazats FeDEDTA Tniiaa

39



A
UNn 4

agiwansIde

o @ e A
namsanmMsiia 1,8 Tuusadinmlasnsyuiumsgadumaniidisaisazatg
@ o = o Qs o O A A % [
Fe(IDEDTA luaadmivssgninaandmsumsianuazaiaunasimmiie ldanuluszay
o J [ o ] 4 =y
Ad5u NuNAAUTUTTYFUNTINTTUENVIAFUHILANINDN 5 IUAILAT AIUGA 50
o : s = ] o ~
UANAT NUTTIA0TTAUITY¥iIA Raschig ring VINAFUAIUENANN 1.5 ruAmAsUAY
M30za10 Fe(IDEDTA 151103 350 mL luyaside H,S Anmnzaudumsidaudangn
Taadioguiumsnoldanzimins aufesnns Inavewdad 17w 5 Lmin aAnududu
¥9981582010 Fe(IDEDTA 1 mol/L 1/33105989a1502018 Fe(IEDTA 350 mL uazANy
¥ 9 o ) A - % =< "o ' %
Wuduveade 1S Tuudadinmimadivegaduiniy 1000 ppm Wud1019Ms 1o
{a o A 4

asazane Fe(IEDTA fnsansoniuauanududuvet,s luusadinminiseenld
) ¥
#1031 200 ppm A9 8 hr wazaINIAIIMIHUYaMWYBITTAzA1Y Fe(IDEDTA 14 Taons
o @ o =4 o w [ o o U
Huormelusast 5 Umin Wua 12 br Asganinl¥augedidalalasdaliadinarald
Taeldlszansawmdums l¥asazato Fe(MDEDTA Iniea

3y
~ ' o w o o @ o )
naramsaniiansoaglidhygamsauna 1S dmivihanuazeraunadInin

k4
A v

o o d? o b =) ° [ o [ 9
Fvantutddneninlunstt ldiFnuasslunmshanueazeaudadnnd s uns 19
1Y) @ @ s I’4
anluszduadadeulasiimsaanulumsiamaedusiussyuazaisazaiy Fe(IDEDTA 1iioq
g a ' 9 o w o ¥ o a A A
afuRen uamuisn lFnugamaune HS 1atuszeznamnulaemaaneimeninoiuy
2 3 9 Y ~ -~ Y a ° o Y -
ANMWANsazas Fe(IDEDAT Feaninso 14 Taoldgamuomen ldmuemeadmiugdai
~ o 1 Y = Y 1 d' q ¥ [ [ ] [}
fsmuneludtesnarauazausaduerime1d lusznineh lildaugadena erulusgis

A 2 yq @ o Y o A o & Y
ANANNAU) °]Nf;lsl‘lf\ﬂuuﬂﬁ"]ﬂﬂ"lwnllﬁgﬂﬂﬂﬁ315@“ﬁ1ﬂ150ﬂ1luuﬂ15‘1ﬂlﬂ\1

40



UIFIUNIN

APHA, AWWA and WPCF. 1985. Standard Methods for The Examination of Water and Waste.
6" ed. Washington, DC, US.

Cecile, B., Christian, S., and Thierry, H. 2001. Method and Apparatus for Treating Hydrogen
Sulfide Containing Gas by Recirculating Reduced Catalyst Solution. PATENT
ABSTRACTS OF JAPAN. JP 2001-025640.

Chen, L., Huang, J., and Yang, C.L. 2001. Absorption of H,S in NaOCI Caustic a Aqueous
Solution. Environmental Progress, 20(3): 175-181.

Claude, D., Patrice, L., and Jacques, Q. 1999. High Pressure Recovery Method for Sulfur.
PATENT ABSTRACTS OF JAPAN. JP. 11-246206

Karimi, A., Tavassoli, A., Nassernejad, B. 2010. Kinetic Studies and Reactor Modeling of Single
Step H,S Removal using Chelated Iron Solution. Chemical Engineering Research and
Design, 88: 748-756

Krischan, J., Makaruk, M., and Harasek. 2012. Design and Scale-up an Oxidative Scrubbing
Process for the Selective Removal of Hydrogen Sulfide from Biogas. Journal of
Hazardous Materials,215-216:49-56

McManus, D., and Martell, A.E. 1997. The Evolution Chemistry and Applications of Chelated
Iron Hydrogen Sulfide Removal and Oxidation Processes. Journal of Molecular Catalysis
A: Chemical. 117: 289-297.

Piche’, S., Ribeiro, N., Bacaoui, A., and Larachi. 2005. Assessment of a Redox Alkaline/iron-
chelate Absorption Process for the Removal of Dilute Hydrogen Sulfide in Air
Emissions. Chemical Engineering Science 60: 6452-6461.

Piche’, S. and Larachi, F. 2006a. Dynamics of pH on the Oxidation of HS- with Iron(III)Chelates
in Anoxic Conditions. Chemical Engineering Science. 61: 7673-7683

Saelle, R., Chungsiriporn, J., Intamanee, J., and Bunyakan, C. 2009. Removal of H2S in Biogas
from Concentrated Latex Industry with Iron(IIT)chelate in Packed Column.
Songklanakarin J. Sci. Technol. 31(2): 195-203

Sunda and Huntsman (2003). Effect of pH, light, and temperature on Fe-EDTA chelation and Fe

hydrolysis in seawater Marine Chemistry 84 (2003) 35-47.

41



Yu, Y., Liu, Y., and Qi, G. 2014. Rapid Regeneration of Chelated Iron Desulfurization Solution
Using Electrochemical Reactor with Rotating Cylindrical Electrodes. Chinese Journal of
Chemical Engineering. 22(2):136-140

Zhang, J., and Tong, Z. 2006. H,S Removal with Cupric Chloride for Producing Sulfur. Chinese
Journal of Chemical Engineering. 14(6):810-813

150y YA LAz Az, 2553, Iaunamans s veendnduuazmafide
laTasudaliaas TnunaGauesuuenuua. s100u3ds. swlszanauruau
Usziilandszana 2552, anzdranssumans umInedesavaiuasuns

W5y yaman oz . 2554, sruuiidalalasouda lddnaufaganmdmsuvhsy
qn3. mitlszguinmanadnanssumans A%aft 9. 23 WOHNIAY 2554, 159451

I A A d 1
WDIRU UY 59950 3. INA

42



MANUIN: D

YeyanamanaasInHiuMIMan s audnIums e H,S A3

msazane Fe(IIHEDTA

43



msnaaeafi 1:

ANNILAMINANDY
dn31m3 Ivaveudd 5 L/min
ANMUTNTUVBITTaLANY Fe(IEDTA 0.5 mol/L
Su1msveed1sazate Fe(ll)EDTA 350 mL

anudutuves 1,8 lunfa®inm 800 ppm

Time [H,S]outlet
%RE_H,S

(min) (ppm)
0 0 100
30 0 100
60 0 100
90 0 100
120 0 100
150 50 93.75
180 50 93.75
210 100 87.5
240 150 81.25
270 200 75
300 350 56.25




msnAnesh 2:

ANIENMINARDI
8031015 lavesude 7 L/min
ANUTUTUYBIT1TaTaIY Fe(IDEDTA 1.0 mol/L
15u1m5ve9a15aza18 Fe(IINEDTA 350 mL

[
ANUALTUYDY H,S TuunadIn i 400 ppm

Time [H,S]outlet
%RE_H,S
(min) (ppm)

0 0 100.00
30 0 100.00
60 50 87.50
90 60 85.00
120 75 81.25
150 100 75.00
162 200 50.00
180 350 12.50




m3naaead 3:

ANNILATNADA
#n51m3 Inaveauda 7 L/min
anududuYeIaTazmey FeIDEDTA 1.0 mol/L
15urmsvesaisazany Fe(lIDEDTA 200 mL

[
ANuTUIUYDI IS Tuuna®dinIn 600 ppm

Time [H,S]outlet
%RE_H,S
(min) (ppm)

0 0 100.00
30 0 100.00
60 0 100.00
90 100 83.33
115 200 66.67
120 220 63.33




mInAasan 4:

ANIZATNARDY
8313 Inaveuda 6 L/min
ANUUTUYDIATAZANY Fe(IIEDTA 0.75 mol/L
5unsvesasazais Fe(IDEDTA 275 mL

ANnudutuves 1,8 Tuudadniw 400 ppm

Time [H,S]outlet
%RE_H,S
(min) (ppm)

0 0 100
30 0 100
60 0 100
90 0 100
120 0 100
150 0 100
180 25 93.75
210 150 62.5
225 200 50
240 300 25




M3nAaead 5:

AN1ITNITNABDY
99515 IMavewde 5 L/min
ANUAVTUVBIATALANY Fe(IEDTA 1.0 mol/L
UYT1a5U0991588010 Fe(IIDEDTA 350 mL

ANuAnduves 1,8 luufa®iaw 800 ppm

Time [H,Sloutlet
%RE_H,S
(min) (ppm)

0 0 100.00
30 0 100.00
60 0 100.00
90 0 100.00
120 0 100.00
150 0 100.00
180 0 100.00
210 0 100.00
240 0 100.00
270 0 100.00
300 25 96.88
330 50 93.75
360 100 87.50
390 125 84.38
413 200 75.00
420 350 56.25




mInAasad 6:

ANNITAMINADBA
dn31ms lvaveudd 6 L/min
AMUMTNTUVDITTaLA1Y Fe(IINEDTA 0.75 mol/L
Sunsvesdisazane Fe(IDEDTA 275 mL

ANnududuves 1S luuAa®aniw 500 ppm

Time [H,S]outlet
%RE_H,S
(min) (ppm)

0 0 100
30 0 100
60 0 100
90 0 100
120 0 100
150 0 100
180 50 90
210 200 60




m3naaead 7:

ANNITAMINAADY
PR3N S 1MaveUAd 4 L/min
ANUBUIUYDIAT LAY Fe(DEDTA 0.75 mol/L
USimsvosesazais Fe(IDEDTA 275 mL

anududuves 1,8 Tunfadinm 600 ppm

Time [H,S]outlet
%RE_H,S
(min) (ppm)

0 0 100.00
30 0 100.00
60 0 100.00
90 0 100.00
120 25 95.83
150 25 95.83
180 50 91.67
210 50 91.67
240 150 75.00
246 200 66.67
270 400 33.33




mnAasad 8:

AN1ILATNAADS
$n31015 IMavewRe 6 L/min
anududuveIasazae Fe(IDEDTA 0.25 mol/L
U5u1msv09a15azany Fe(IDEDTA 275 mL

anududuves 1,8 luufadanim 600 ppm

Time [H,S]outlet
%RE_H,S
{min) (ppm)

0 0 100.00
30 100 83.33
60 150 75.00
69 200 66.67
90 325 45.83




MINARBI 9:

ANITMINAADI
8513 IMaveudd 5 L/min
ANUTUYUYDIAITaLAIY Fe(IDEDTA 0.50 mol/L
15u1msvesm1saza1s Fe(lINEDTA 200 mL

anududuves 1,8 luuAadanim 400 ppm

Time [H,S]outlet
%RE H,S
(min) (ppm)

0 0 100
30 0 100
60 0 100
90 0 100
120 5 98.75
150 50 87.5
168 200 50
180 300 25




m3naasdd 10:

ANITNINADDI
8031035 IMaveuAe 6 L/imin
ANV UTUYBIE5aZ a8 Fe(IIDEDTA 0.75 mol/L
1511959v9981502a18 Fe(IDEDTA 150 mL

anutuduves 1,8 Tuusadinm 800 ppm

Time [H,S}outlet
%RE_H,S
(min) (ppm)

0 0 100
30 0 100
60 0 100
90 0 100
120 0 100
150 0 100
180 50 93.75
210 150 81.25

217.5 200 75
240 350 56.25




m3snaavafi 11:

A4N1ITMINANDY
8n31M3 IMaveund 6 L/min
ANUATUYUVBIATAZNY Fe(IEDTA 0.75 mol/L
U5119590991502018 Fe(IIDEDTA 400 mL

ANuduIues 1,8 luul a7 800 ppm

Time [H,S]outlet
%RE_H,S
(min) (ppm)

0 0 100
30 0 100
60 0 100
90 0 100
120 0 100
150 0 100
180 25 96.875
240 25 96.875
300 50 93.75
360 50 93.75
420 100 87.5
480 200 75
540 350 56.25




msnaavad 12:

ANNITAMTNADNDY
$m3103 IMaveAa 7 L/min
anudutuyesasazate Fe(IHEDTA 0.50 mol/L
1Suiesvesa1sazaie Fe(lIDEDTA 200 mL

anududuves B, luufa®anw 800 ppm

Time [H,S]outlet
%RE_H,S
(min) (ppm)

0 100 87.50
30 200 75.00
60 350 56.25
90 500 37.50




manAassh 13:

ANIETAITNARDI
8a51013 IMaveauAa 7 L/min
ANUANTUUDIAITAL A Fe(IINEDTA 0.50 mol/L
151asveaansazaie Fe(IDEDTA 350 mL

anududuves 1S Tuufadiniw 1000 ppm

Time [H,S]outlet
%RE_H,S
(min) (ppm)

0 0 100.00
30 10 99.00
60 25 97.50
90 50 95.00
120 150 85.00
150 200 80.00
180 500 50.00




mInaasd 14:

AN1IZAITNARDY
8n31M3 1Mavedune 6 L/min
AN TUYDIAITAZANY Fe(INEDTA 1.20 mol/L
Usuasvesmsazate Fe(IDEDTA 275 mL

o
anuduIuves 1,8 Tuufa®inmw 800 ppm

Time [H,S]outlet
%RE_H,S
(min) (ppm)

0 0 100
30 0 100
60 0 100
90 0 100
120 5 99.38
150 5 99.38
180 25 96.88
240 25 96.88
300 40 95.00
360 50 93.75
420 50 93.75
480 100 87.50
540 125 84.38
600 150 81.25
660 200 75.00
720 350 56.25




MINARBIR 15:

ANNMZATNAADY
9513 Iavesuda 8 L/min
ANUTNTIUVDIATALAY Fe(IEDTA 0.75 mol/L
YTasvesdsazate Fe(IDEDTA 275 mL

Anunduves 1,8 Tuufadinm 400 ppm

Time [H,S]outlet
%RE_H,S
(min) (ppm)

0 50 87.5
30 150 62.5
60 200 50
90 250 37.5
120 350 12.5




mINAaBIT 16:

ANNILAINANDA
8n31M3 Iravesudd 5 L/min
ANVVUTUYDIAITATA Fe(IINEDTA 1.0 mol/L
Suasvesmsazals Fe(IDEDTA 200 mL

ANUANTUY09 IS TuuAa®inw 1000 ppm

l Time [H,S]outlet
%RE_H,S
(min) (ppm)

0 0 100
30 0 100
60 0 100
90 0 100
120 0 100
150 0 100
180 25 97.5
240 50 95
300 150 85
343 200 80
360 220 78
420 350 65




m3INAasaf 17:

ANIZNITNANDY
8n31M3 Iavewdd 6 L/min
ANMTUYUYDIA15LANY Fe(LIDEDTA 0.75 mol/L
151asueed15aza1e Fe(lIEDTA 200 mL

¥y 9 [
ANUVLTUYDI H,S TuunddnIm 800 ppm

Time [H,S]outlet
%RE_H,S
(min) (ppm)
0 0 100

30 0 100

60 0 100

90 16 98

120 120 85

125 200 75

150 600 25
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MINAaeIR 1:

ANIZAINAADI
8n51M73 lvaveuAd 5 L/min
ANUAUTUVBITITATAY Fe(IDEDTA 1.0 mol/L
1/5uns5¥09e159z0a10 Fe(II)EDTA 350 mL
ANutuTUYee 1,8 TuuAadniw 1000 ppm
8n51M73 IMaveI01A 1 L/min

sssznaﬂumiﬂaummﬁ 1 hr

[H,S]outlet
Time (min) %RE_H,S
(ppm)

0 0 100.00
30 0 100.00
60 0 100.00
90 0 100.00
120 0 100.00
150 50 95.00
168 200 80.00
180 300 70.00
210 500 50.00
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MInaavan 2:

AN1IENITINANDI

§ns51ms Inavesuda 5 L/min

ANUITUTUYBIa1SaZa1s Fe(IIHEDTA 1.0 mol/L

5359991502018 Fe(IIMMEDTA 350 mL

anududuves 1,8 luudadan1w 1000 ppm

$m151715 IMavpI91n# 3 L/min

svpzratlumstlousnia 1hr

Time (min) [H,S]outlet (ppm) %RE_H,S
0 0 100.00
30 0 100.00
60 0 100.00
90 0 100.00
120 50 95.00
180 150 85.00
210 200 80.00
240 500 50.00
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mInAaead 3:

ANNTMINAAD
8n31mM3 IMavede 5 L/min
ANUTUTUUBIATAZA1Y Fe(IIHEDTA 1.0 mol/L
U311A5v0991592818 Fe(IDEDTA 350 mL
anududures 1,8 luuda®aniw 1000 ppm
8951715 11av8981MA 5 L/min

szaznaﬂum'sﬂaummﬂ 1 hr

[H,Sloutlet
Time (min) %RE_H,S
(ppm)

0 0 100.00
30 0 100.00
60 0 100.00
90 0 100.00
120 0 100.00
150 0 100.00
180 0 100.00
210 50 95.00
240 200 80.00
270 500 50.00
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msnaaead 4:

ANNILMINADDA
8n51m3 Inaveauda 5 L/min
AN UYUYDIANITAzaY Fe(IIDEDTA 1.0 mol/L
1511a590991582079 Fe(IIDEDTA 350 mL
ANuTuTUYe 1,8 luua®niw 1000 ppm
8313 1Mave191met 6 L/min

srozaiumstlouormea 1 hr

[H,S]outlet
Time (min) %RE H,S
(ppm)

0 0 100.00
30 0 100.00
60 0 100.00
90 0 100.00
120 0 100.00
150 0 100.00
180 0 100.00
210 0 100.00
240 200 80.00
270 400 60.00
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MINAaLIN 5:

aNNTMINADDN

5@]31?’115‘11’??1"\1?]%&3?[ 5 L/min

AMUTUTUYBIANTAZAY Fe(IIDEDTA 1.0 mol/L
1JSurmsveaa1sazaie Fe(lIHEDTA 350 mL

ANuENAUYes H,S luufa®niw 1000 ppm

8951715 1MaUD$91A1e 5 L/min

s:ﬂsnaﬂumiﬂaummﬁ 1 hr

Time
[H,S]outlet (ppm) | %RE_H,S
(min)

0 0 100.00
30 0 100.00
60 0 100.00
90 0 100.00
120 0 100.00
150 0 100.00
180 0 100.00
210 50 95.00
240 200 80.00
270 500 50.00
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M3NAABIN 6:

aNNIITHTINADDI

$n31m3 Inaveudd 5 L/min
ANuItuTUYBITTATaY Fe(IDEDTA 1.0 mol/L
15U s¥e9a1502a10 Fe(IINEDTA 350 mL
anudnduves 1,8 Tuufadinin 1000 ppm
8031M3 1avese1,Me 5 L/min

‘sxﬂznaﬂumsﬂaummﬂ 6 hr

Time [H,S]outlet
%RE H,S
{min) (ppm)

0 0 100.00
30 0 100.00
60 0 100.00
90 0 100.00
120 0 100.00
150 0 100.00
180 0 100.00
210 25 97.50
240 200 80.00
270 500 50.00
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mInAaeaA 7:

ANILAMINARDA
8a31M3 1MaveuAd 5 L/min
ANMTUTUVDIETATAY Fe(IIDEDTA 1.0 mol/L
1511m590991502018 Fe(IINEDTA 350 mL
ANuLTuYes 1,8 Tuudadaniw 1000 ppm
8331715 11MaU8901NA 5 L/min

sz lumstlousina 9 hr

[H,S]outlet
Time (min) %RE _H,S
(ppm)

0 0 100.00
30 0 100.00
60 0 100.00
90 0 100.00
120 0 100.00
150 0 100.00
180 0 100.00
210 25 97.50
240 50 95.00
270 150 85.00
300 200 80.00
330 300 70.00
360 500 50.00
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MINABBAN 8:

AANITAMINAADA
#0313 laveuda 5 L/min
ANUTUYUVDIT5aEA18 Fe(IIDEDTA 1.0 mol/L
151ns5u99a1502a18 Fe(IINEDTA 350 mL
ANnuduTuYes 1S Tunsedanin 1000 ppm
8151715 1Mave991MA 5 L/min

segza lumsilousiniet 12 hr

Time (min) [H,S]outlet (ppm) | %RE_H,S
0 0 100.00
30 0 100.00
60 0 100.00
90 0 100.00
120 0 100.00
150 0 100.00
180 0 100.00
210 0 100.00
240 0 100.00
270 0 100.00
300 0 100.00
330 0 100.00
360 50 95.00
390 200 80.00
420 400 60.00
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M35NAABIN 1: Fresh Fe(IINEDTA
AANEZMINATOI
893115 IMaveufa 5 L/min  ANUEULUYBIAITAZAIY Fe(IDEDTA 1.0 mol/L

1511n5v09a1582078 Fe(IDEDTA 350 mL 015173 1MavDIINIA 5 L/min

szozna lumstlousimg 12 hr anudnduves 0,8 luudadaniw
1000 ppm
Time
[H,Sloutlet (ppm) | %RE_H,S
(min)

0 0 100.00
30 0 100.00
60 0 100.00
90 0 100.00
120 0 100.00
150 0 100.00
180 0 100.00
210 0 100.00
240 0 100.00
270 0 100.00
300 0 100.00
330 0 100.00
360 0 100.00
390 0 100.00
420 0 100.00
450 50 95.00
480 200 80.00
510 350 65.00




MINABBIN 2: 1 st Regeneration
ANMTMINADDI
8n31N15 IMaUPRE 5 L/min  ANNKUTUYRINIaZa10 Fe(IDEDTA 1.0 mol/L

15u1m599981502818 Fe(IIHEDTA 350 mL 8951713 M098N 5 L/min

szazalumsileusima 12 hr anududuves 1,8 Tuufadinn
1000 ppm
Time [H,S]outlet
%RE_H,S
(min) (ppm)

0 0 100.00
30 0 100.00
60 0 100.00
90 0 100.00
120 0 100.00
150 0 100.00
180 0 100.00
210 0 100.00
240 0 100.00
270 0 100.00
300 0 100.00
330 0 100.00
360 0 100.00
390 0 100.00
420 0 100.00
450 0 100.00
480 0 100.00
510 0 100.00
525 200 75.00
540 400 50.00




M13NABBIN 3: 2 nd Regeneration

TNITNINADO

8M31N3 IMAVeAT 5 L/min  ANUAUIUYDIMNTAZA10 Fe(MEDTA 1.0 mol/L

USumsvesansazane Fe(IIHEDTA 350 mL ’59’151ﬂ'l'5b114ﬁ‘11?3\161ﬂ1ﬂ 5 L/min

szoznanlumsileusimea 12 hr

1000 ppm
Time [H,S]outlet
%RE_H,S
(min) (ppm)

0 0 100.00
30 0 100.00
60 0 100.00
90 0 100.00
120 0 100.00
150 0 100.00
180 0 100.00
210 0 100.00
240 0 100.00
270 0 100.00
300 0 100.00
330 0 100.00
360 0 100.00
390 0 100.00
420 0 100.00
450 100 87.50
480 200 75.00
510. 500 37.50

g v o A
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Biogas Up-grading for Household Application by Chemical

Absorption with Chelate Iron Solution
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Abstract

The removal of hydrogen sulfide (H,S) from biogas for cooking purpose in households is
necessary since H,S is hazardous to human health, high corrosive and strong un-pleasant smell. The aim
of this research is to develop the H,S removal unit by chemical absorption process in packed column using
chelate iron (Fe(IIIEDTA) as an absorbent. The H,S removal unit comprises of a 5 cm diameter column,
50 cm height containing packing media of 1.5 diameter and Fe(IINEDTA solution of 350 mL were found

suitable for this purpose. At the operating conditions including the biogas flow rate of 5 L/min,
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Fe(IIHEDTA concentration of 1 mol/L, 350 L of Fe(II)EDTA solution, and inlet H,S concentration in

biogas of 1000 ppm, the life time H,S removal unit is 8 hr and it can be regenerated by bubbling air at

flow rate of 5 L/min for 12 hr. The regenerated H,S removal unit gave the same H,S removal efficiency as

the fresh one. Thus, it can be concluded that the H,S removal unit developed in this work has a high

potential to use as a biogas up-grading mean for household utilization.

Keywords : Biogas up-grading, Hydrogen sulfide, Chelate iron, Biogas
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