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In the petroleum industry, removal of hydrogen sulfide by liquid redox method has
advantages such as waste reduction and minimal chemical addition. In addition, the process
producs sulphur as a byproduets. Fe-EDTA is redox agent used in this research because of its
availability, low degradation and low cost.

This research aims to apply Fe-EDTA for liquid redox process to remove hydrogen
sulfide from industrial stream. The study was divided into 4 parts: 1) to compare between the
absorption of hydrogen sulfide and reduction of Fe-EDTA to understand which of these
reactions controls the process 2) to study the kinetics of reduction of Fe-EDTA with hydrogen
sulphide ions and 3) to study the kinetics of oxidation of Fe-EDTA with oxygen and 4) to
study the reusability and degradation rate of Fe-EDTA at the operating condition at 25
degrees C and | atmosphere.

First, the optimal pH for the experiment was was to be at pH 9. Based on experiments
carried out at this pH condition, it can be concluded that reduction of Fe-EDTA is the limiting
step of the overall reaction of hydrogen sulfide removal. Furthermore, the kinetics of
reduction is was to be l second order reaction based on the concentration of Fe(III)EDTA and
hydrogen sulfide ions (HS) and the oxidation reaction in excess oxygen was found be a
second order reaction, and was dependent on only the concentration of Fe(II)EDTA.In
addition, Fe-EDTA could potentially be recovered and reused with comparable reactivity for
reduction and oxidation in each cycle. The degradation of Fe-EDTA was found to be about
3% per cycle.
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(S7) MM 2.1)=(2.3)

H_S(g) ' YW H_S(aq) 2.1)
2 +
H_S(aq) < HS +H Ka=1.1x10" (2.2)
- - +
HS L —— S +H Ka=1.1x10" (23)

= ' = @ @ & o 2
MNMIANEY 1IN IIMIgaduveInas 1 Tasnuda Idd luveuraniuaziueg
Y 1 I o v o A A 2 1 3 A 1 I 1 A d? a
nua pH fludAgawaadlugin 2.4 nidlururiumsiziomanuiluaiuay Manay
v 4
Wuduveslaasongaseeu (OH) lussuuliiniu ua zlensonsadoouszid liilgnseny

Yy 9 4
laTasaudoon (H) madluihvy 3anldmalalasmuda ldduanda ldunau
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ﬂ‘lJfI’ﬁiﬂ’fJf‘l“]f “lf\'i"l]ul,ﬂﬂﬂTiﬂf] IATU SR obT! ‘r 600 ASATNANTTITIANTUUDN

s A = o 9 o g
Fe(Il)-chelate 11/ti]1 Fe(I1)-chelate f:;;;:n‘.t Inanasaosvuluduaouil

(2.4)

“lumumumimw"laiﬂmuma'lwﬂaaauu %Jlf’)ﬂiﬁﬂ'l'iﬂﬂ“ﬁllﬂ'l“ﬁ
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o =) J o 9J [
2.1.2.1 M3a1ssaensnanu s luy
[ d‘ a Aaan d' 9 1 1 )
naanninalgasenluaumsn. (2.4) udusaznumM Fe(D-L vz ldamnsaii
Aaan [ o Ia 1 { ) o a % %
UgnsenylaTasoudgaliasoou laon uamigmwisangth Fean-L  lUdimseengiaduny

ponguim Iiinaiu Fean-L ndum s luila sauaaslusunmsn 2.5)

2Fe(IDL + /2 O==FH Qp ——> ZFeWL + OH 2.5)

L =Chelating agent

2.1.2.2 ﬂ’l5!§@Mﬁa18ﬁ1im@\iﬁ1igﬂaﬂ°§
¥ aF o 3 . Tk, ¥9  my 19 o g
U,ll’g’]ﬂ']ﬁE]E]ﬂclflﬂq)'ui]3?3”“']591!']?[’]55ﬂﬂﬂ‘ﬁfﬂaﬂm’ﬂ"“1ﬁmqﬂ !W]iumuﬁ@uuﬂ@’m
o Y a A ~ s R a dgl o .
MldinamsdenaaisueId 133900 FunayuINNsgNiinaIola o hydroxyl radicals (OH*) Tu

1 Y v
ﬂgﬂimaaﬂmm%’u 9 hydroxyl radical WRANNMTODAFIATUVR I FeD)-L auaun1sf (2.6)

Fe(IDL +H 0, ——> Fe(DL + OH + OH 2.6)

L =Chelating agent

vaaniinal)aserdedu hydroxyl radical. vz14111viare chelating agent
a o Y ~ ¢ A 1 ~ @ 1 A
V3w alpha-CH, aldensSeendidondars 1w 3UR 2.5 uaasdaodsmsidondaioves

chelating agent (EDTA)
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"00CH,C CH,C00"
NCH,CH,N
“00CH,C CH,COO"
"00CH:C N Tooc HEC\
y NH * MNCH;CH;OH
"00CH:C "00CH,C
IDA HEIDA
HO CH»CH20H
HH:_ + CO, W
~00CH
&
NH
"O0OCH.C
IDA

311 2.5 uaasmsid@onaasveians EDTA

v
d @ a

ua Taodau lvgud ) MINANTZUIUMSIABNAA10UDIETIADNFUUIZINATY

) A A o o R - — ] i
Teguniameun UIUaUMTIaTIaensna U 9 lvai
[ < A = 4 o Y a a
21913001 nIZVIUMTIHONEAIBYRIANTIAoNS a2 )Tz ansamluns

o w 3 d’os-') y A ~ 4 =K o 9o 9 a ~ ¢ A
ﬂ'l‘l]ﬂhlﬁiﬂilﬂucﬁﬁq‘v{ﬂuuﬁﬂﬂﬂqﬂ IUBIINTITIADNT AN m‘nﬂ‘nmtﬂuﬂmmumii.imﬂcm‘wu

Y] :J’ < o A Y a A o w o 8 A
wmmumu@muaaﬂcmmuma“lwﬂisffwﬁmwmmmimfnmllaimmucﬁa”lw@ﬂm

2.2 nalnmsinail§3en (Reaction mechanism)
o v ® o I Y = o v 3 < v v A
Tumstvanalalasonda Idadreasiaendsogutsiunaueonily 2 @aundanie

o
YU
Y

U

9 1
aoumilumsdnalelasaudalid tazduaeulumsiiiasndwnldlui daluuaas

Y v v v v v
paunanfeliduneulandesdnunn e lainuIdeiauamenuiuneuaian aail
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A o

2.2.1 ﬂﬁﬁ?fﬂi N1 (Reduction of Fe(IINL) (Zhu et al., 1991; Steudel, 1996; Das et al., 1999)
o Ao = v - - Y o Aaaa @
AN H,S gadguaslumsazarsazuanduily HS wag HS azminlgnseniy
Fe(IDL 108 Zhu et al., Steudel 1Az Das et al. lAta@uona Inmanalfnseisandu amaunisn

2.7)-(.9)

Fe(DL + HS™4—> Fe@L +HS<«—> s* +H
STt HS ——> HS:2_ (2.8)

222 m3naganles (Sulfur formation) (Steudel, 1996)
[ d‘ 9 a aan A v o 9 3 [ = 1 - d‘
¥a191n7 Steudel Idtauona lnmsnalgseidandundnin Steudel Sanudnin HS @

“aunsaulavusglu polysulfide

a aan A v @ = A N F 25 &
malfnsesandunlaswiiu disulfide dianion (S5 ) Fias's:

(S27) e s’ Hazdis n=2-8 %1 polysulfide ag A mrsanal udames Iaaaunsii 2.10 - 2.14

S 4 Fe(DL <«—> S8 + Fe(IL (2.10)

) —

S +HS" ¢«—> HS 2.11)

n+1

HS. | +Fe@L —> S, +Fe@L+H | 5 o

HS , +Fe(L ——> S +Fe(DL +HS™ m=1-8(.13)

2

9

223 ﬂﬁﬁ?maamﬁm%’u (Oxidation of Fe(I)L) (Brown and Mazzarella, 1987)
wa99 07 Fe(L wlaowilu Fe(nL Tul§asesandu namnsorhais Fe(L nduun
1Ima 1A Tagih. Be@DL woonandunuoongioy  Brown and Mazzarella ldtauonalnms

4 i
inelAseFanguliael @unsh2.15 -2.18)
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Fe(IDL + O, — Fe(IDL + O, 2.15)
Fe(IDL + O, —> Fe(IIDL + H,0, (2.16)
Fe(IDL + H,O, = N WA Ee()L + HO" + OH (2.17)
Fe(DL + HO® —— Fe(IDL + OH (2.18)

L =Chelating agent

o g‘ aan A a d? < A =\ 1] ~
Iﬂfﬂ’l?llll Glulﬂﬂaﬂﬁfﬂcluﬁllfﬂiﬂ 2.16 LAY 2.18 AZNAVULITINININBDINYUNVTNUNITN

2.15uag 2.17

224 MIAoNAIUDII AN (Degradation of Redox) (Brown and Mazzarella, 1987)

Brown and Mazzarella §anudnI1 ulinassaond azanwnsoiinduin 14 vy 18 ualy
Supoumaiinduun 19 (ﬂ]zumummaﬂfnm%u )Wﬁumﬁmi‘%@aﬂcﬁﬁﬂnméammﬂeﬁu
iipsnnluuasunseendindunzsin e hydroxyl radical T hydroxyl radical fivzidh
fhasasiaond Tastunoulumsidegaisuesasiaensudagainaziauadionaeiunu
Tnsead19989e5 chelating agent §90¢19M151A0NAAIWENS NTA ﬂzﬁ%umummﬂﬁﬁ?aﬂumi

Aoaaedaaumsi (2.19) - (2.24)
R'R'N HCH,CO0 +OH ——> R'R'N HCH,COO' +OH (,
A o = ° 1.2+ ° — +
R'R'N'HCH,C00° ¢——> R'R'NHC'HCOO +H
R'R'N"HC'HCOO ™ 4+ H,0 + Fe(IDL. ——>

R — + (2.21)
R R* N+ HCHOHCOQ; +HFe(IDk: +H

R'R*NTHCHOHCO0T .——> R'R'N’ H,+ OHCCQO (2.22)

OHCCOO + / 0. — ~00cCco0: +H" 2.23)
3 :
1 00CCOO |+ 2Fe(L =  2CO, -+ 2Fe(IDL] 224)

L =R'R’N HCH,COO = chelate(NTA)
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2.3 wavesnnuiunsa-araneil§3ena1eq (pH effect on kinetic)
o o L v ] A
msuanddved lalasmudalid luasazareansouananily lalasnudaliadeou

[ Ia d‘
uaz luga liadooumuaumsn 2.2 uag 2.3

— +

- - +

HS > S +H (2.3)

FeanaivesnsuangdTuaunisfi (2.2)1ag (2.3) WD 7.0 (Tsonopoulos et al., 1976)
waz 14.0 £ 0.2 (Phillips and Phillips; 2000) audasy Taelusas pH it 9-11 drsazavdIu vz
aglug1/ved HS 93 99.1 % SawndnT1 M1 pH §3liNaABN1TINAINABYBY Fe(IINL ( L = chelating
agent) Fuilullawannsil’ (2.25) Tasfaglicasi luntsuanda wiitr - 7.6 figuvigil 208 K

(Gustafson and Martell, 1963)
Fe(IML +H,0  ¢——> Fe(IDOH L +H" (2.25)

~ A d? o Y a =& ~ o’dyl
VINTUNIIN (2.25) 1o pH ga¥UazInInAa Fe(MOH L $u3158nm31lsingnisaliiian
kinetic salt effect 9 1ANIUIVGNUNOATIAIUIEHIN  Fe(lIDEDTA #9 Fe(INOHEDTA

nasunasny pH dosaelusag pH 9-10 (Piche and Larachi, 2006)

24 ‘Vli]‘}l{]!ﬂﬁﬂﬂulﬂﬂ]ﬂﬂﬁﬂ§1ﬂ1§!ﬂﬂﬂ§]ﬂ§ﬂ1!ﬂﬂ
4 a A & a AA A 9 o < A o 3 A (aaa
aUNAMAAIUAN AD-AIVIUUIUDNIVUANUNINYIUDIND AN W'if’)f’)@]i%i'ﬂ/]ﬂ{]ﬂﬁﬂ?
aa &
IAUINAUH

a ana = =~ A Yy I A g9 A
E)ﬂ‘i'lﬂfi!ﬂﬂﬂg]ﬂﬁfﬂ!ﬂll WD M3 aeuNla9R IRV VD IT IS ITUAUNT 0815

HAASUNAON UG

Y
Y = % o
ATHIRU———> 1IN AN N
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A——>B

mensaunulfnsenlag dreaunisng
UTu1 I IAIAUTRAR

k381

Number of molecules

8

t (s

mﬂwfmﬂmwmm

aA+bB cC+dD

BAAINTUUAIINYIAY

A 8Aa9 a mol B aAad b mol C L&Y ¢ mol 1az D i d mol
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B +B——>B, (1ia1)

B, + A—>C(iiaiin

Weunnons 1a
R =k[B]*

11T

A+ B—>2X(1A9137)

X+B—> Y(1ia3n)

X + Y—>>C@nem)
Aeunnons1ia

R =k
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B NHUNUINY

3.1 ssadilyluanuiae
1. Sodium ferric Ethylene diamine tetraacetic acid(NaEe(I)EDTA02H,0 )(Fluka)
2. TmiRoudalils (Na,S09H,0 )(Fluka)
3. Tadeylanson lad (NaOH)(Fluka)
%) @ 4 a o . o w
4. malalasaudalila (H,S)910U58N Bangkok Industrial Gas $1179 (WW1w1)
5. ma'luTasiou () 11PU3HN Bangkok Industrial Gas $1f@. (W11%1)

v

6. 1ANIUAIZUIUNT Deionization

¢ a v
3.2 gunsaiildluanioe
Aaw o a o @ a J 4
Tuaddasnzldnalgnsel 2 uvw fie dedgnsainnunzldlumsnaassnaaumans
Aaaa A v W a @ [ a 4 =£ 1 A Y = [
Yol Andutazeendady tasdulgnsainuunaeiiedl¥lunsnaaesinudnims
< 2] @ Ju o a Aaa Aov o A 3 Ao o o
qadnvesna laTasnuda llannoasinisfnlfdseisansuner1vuaeuninaons1ns
nalgnen
1% a J 3 a v A o
1. dalgnseinuung Wuwaudaginsnanvina. 1 aas Taeliy (Diffuser) fdony
a a 1A 4 Y = @ a
AMBENAIAAN (VLA 0.125 1UANAT ) dgusHUNUVIAMetiounmd waziilusianaraan
(Propeller) (U1 2 WD YLIUAUBIUINGT ) BIUSHIUNINENUBIUIA [ATDEFI0INAUYIN
Usznm 6 iyuaasianInagll 3.1
o a 4 £ A I 1 Y 2 9 1 4 a =
2. oalnsalupuneaeior WuNBUAINETUAT UEUINAN 3.7 MUANAT UANNGY 90

a ] 1 [~ 1 Y A v 1 "y LY a
uAas Taegruaruturoudiniivifegaulu Tasaenueranardan (Ve 0.125
a 4 [ ] ] I { 1 J Aa {
uAmaseiloumnsv i diuaetuvitivesssazaisilyds uni-pH uazuinan 191y
3 W 1 % <] 1 1 ] I {
MINUAIDEN (Sample) uazasnian Widunsa- @19 (pH meter) DENINANTLHIN dIUN

A 9 Y 1 1 Y o & [
E‘Tﬁﬁgﬁiﬂﬂqﬁﬂﬂ@uﬂﬁﬂ Iﬂﬂﬁ?ﬂﬂﬂﬁﬂ@]i’)ﬂﬂﬂﬂﬂ”l“]fslﬂﬂ’ﬂﬂ uﬁmmgﬂ 3.2
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Sample

3 @ a J & 4
3171 3.2 amdalnsainuuneaeriion
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3.3 MSsaNISIAN

Aa a 1" A 4 I uszl

wIena1Iazaly Fe(lIDEDTA ANUAuTY 0.5 daa luanodas e ldiuasdadulu
Y

UYN38191n  NaFe(IIDEDTA02H,0 (Fluka) 0403 n5u azatgluiin 1 aas alumsmoy
asazanglalasnusalndoeouanuduiu 6 vaa ladoaas 51az 1darsazare Tadouda v
{ I o o [ =y @ 1 &
(Na,8) Tasasazane Indouda llaszuandalel lalastouda lildoeoulusasdiuTua 1:1 &9
= =% (Y 4 Y 1A = [
msmseuaiazans InAoudalud 6 an luadpans 16306990 Na,So9H,0(Fluka) 0.144 A5

2’ a aa ) ) s A 1% 1
azangluiin 100 Tadans waz lumswsouasazaie la@enlaasen lsd e lunmsdsua pH 151
wldmsazarelsdon laasenledaaududy = 2 Juadeans wieuan ladoulsasonles 8

Y
n5u azaneluiii 100 Hanans

3.4 IEMINAAI
=S o [ o

341  msgadumalelaswudaldluaisazals Fe-EDTA

1a3azans Fe(DEDTA ANTUY 0.5 Nad luadeans U 5u1as 600 Haaaas madlu

A a 4 £ A o o v ® a Y
inFolfnsaituuneaoiied Mnsmiiamaeengueenandsazatoalslulasnu Tasilou
%) I v a 1 =1 [ 9 [ =W
M luTasuliionmsiva 03 aasAduI Lazdns 1M Imadounauvosvoarallial 1
a 1 I~ 4 1 Y a @ 1 Aaan
dasaoui flunar 5 wii el luszuu il faeend wu udlSum pH vowlfnse Tagly
= 4
msazae Iwasy laason laa
(4] [} 4 [ a [
doumalaTasnudalud IaNoasimslua 0.3 aasaorn ANuEudY 0.5 % udd
o ) @ o P 9 v (a s £ 0 A P
A Tannududuvesmesla Tasnuda lldnewdazesnasilgnsainunnaeiios ae
2
Detector tube (Detector tube, GV-100, Japan) W oUNININITATIVFINNNT VD Fe(IIN)EDTA
= < [ 1 4 9 A Aaa o
NN 1w Taainudlodeansazaten lailszuna 4 Jaaans 951999828 UV-Spectrometer (UV-
eaxl < @ [ o o
Spectrometer, No. UVG 101415, England) (Vuaeumsinudlegiaaunsenahaisazaelyl
a3293aA25 1] Fnanunaaaee1e uaz liadsinu & 10 i) aunszRInItLTUUDS
d’i Y =1 1

1502018 Fe(IIEDTA A1 23%gativiing

A o % @ 7 3 a 1 = Y o 2}
lfwu’ammﬁ"hiaeumﬂ1cvllaiﬂin]uc]fall1/\|mﬂu 0.5 aRTADUIN LAININITNAADY 3.4.1
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4 Aaaa [
342 uManIvelniesanduued Fe-EDTA
1Ma13aza1e Fe(IIDEDTA ANWUYY 0.5 Had luaaoans USu1as 600 Haaaas maalu
@ a E4 o o v o a Y %)
nelfnsainuung imsiivameeengiauesnainmsazateals lulasiou Tastlouna
Iy v a 1 = [V 9 < (=Y =
Tulasnuldtioasimslva 0.3 dasaouii uazluWanaunyUAIBANNEITOY 5 TOUADIUIT
I A A Y (= A z o = 19 4 y 9
a5 wn e 1% luszuu lulitaesngoy amiwhaisazais Tu@susa Tiaanumudu
a a 1 Aa a AT { [ a 4 [ ()
6 Jadluadodns Usuas 9 daaans Ninson Amadludulgaseiuuuny  (@anaflouna
' A 19 Yo A 9 o o Y 9
Tulasnuegaaoanmsnaaoive lilnameseonsudamluszun ) 1niiuasiaiannududy

o Yy v { ™ '
GNGEFI G EE] ﬂﬂc] 1 ‘Lﬂﬁ IUNTEMIAINUUVUUUUBIF1TATA Y Fe(IH)EDTA ﬂ\‘iﬁ %QWEJ@]‘U‘L!ﬁﬂﬂW

4 aaa a @
343 i]aumﬁmeumﬂgﬂimaaﬂ%m%uﬁum Fe-EDTA
(% o ~ k% ) Y o

HAIINNINITNAABIN 3.4.2 11ad Wq@ﬂ'liﬂ'ﬁ]uﬂ'l‘]fVlUIﬂﬁmu ummmiﬂaummmmu
Y @ a ' ~ < W 1 o Y ~
ﬂ’JEJE]G]i'IﬂWi]‘],Wa 0.5 ansnadIn IﬂﬂlﬂllG]'J'E]Eﬂﬁﬁ']iazﬂ'lﬂllagu'l ll‘]_]ﬁi'f]i]ﬂ]@‘l/]‘ﬂ“] I UM

o Y 9 = o = 1o Ay v
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