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Trichloroethylene (TCE) Removal Capacity of Synthesized Calcium
Sulfoaluminate Minerals in Hydrated Cement-based Materials

ABSTRACT

Portland cement used as binding material in combination of ferrous iron for reductive dechlorination of chlorinated organics is already
widely studied topic by several researchers. However there is no clear evidence about the component solely responsible in cement for
trichloroethylene (TCE) dechlorination. Many researchers suspect that the ettringite, monosulfate phases associated with hydration of
cement are responsible active agents for TCE dechlorination. This study deals with synthesizing different pure crystalline minerals like
ettringite and monosulfate phases of cement hydration and check individual phase’s TCE dechlorinating capacity in combination with
ferrous iron. The results indicated that the synthesized minerals showed no reduction capacity for TCE. The findings in the present
study is significant as it shows that ettringite and monosulfate phases which were suspected minerals by previous researchers for TCE
dechlorination are not reactive. Hence it is suspected that some other mineral or mineral form in cement phase could be responsible for
TCE degradation.
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A Calcium Sulfoaluminate] A|HE 4=3H=2] Trichloroethylene (TCE) A|A%

LME

Trichloroethylene (TCE)-2 chlorinated ethyleneA|€2] &
AR2A AR FE2A] B Aze odas 712 7]
e o]& WA gk W 7} X18=aL ltk(Henschler
%, 1976; Rhomberg 5, 2000; Fuller 5, 1997). 21 SoA %=
1383l ¢ 3}(solidification/stabilization; S/S) 7|&<& o 9H
EFAB o] TCEE HIES d2A 713 EdS A7 st
7] 913k 2o = 71 de] A8ue 7ls 5 sho|thKovalick
T 1992). 53] A[MIES} 271S o83k #3l/d s}/ ekgdst
(degradative S/S) 7]&-& AJHES] S=3Khydration)dl] 2J3f 113
3k S QEHo] AWE F3hEd 271 w0 B AEE
3}gHEo) oJ35) ethyleneo|i} ethane 502 314 €43}
(reductive dechlorination) *|2]¥22 T]L &¥}&o]tHwang
%5, 2000, 2005; Jung 5, 2008). L&} A|HES] F3lHkS-2
vl B3 it ot AEY E3hE oY 71| FEe
oz st FstEo] B o R AAEEE(Taylor, 1997)
TCE9] g94sle)] el Bt fFasd 2 717k 112
o} 293t ~Jefolct. Hwang 5(2008) hematite/271d Al
Sl AIER27FE A2gle] Bl @S 35) green rust} TCE
kel o] k& vkl FS3drk &3 Ko &
(2007)& AWE/27}E A|2~ES o]&3} tetrachloroethylene
(PCE)9] 3f/d 1L sl/qkdst d7telx] 71& AME F3k&
< monosulfate?} 72 B Fel7} FARE B2S Wske] 8%
fEEAEE F=Frha ¥ uskgch Bachelor (2000, 2008)<
Al”, Fe¥', 80/ 2 749 BEERE PP AE $381E50]
TCE9] g¢i4s) whgd #od 7Fsds Bagk v ok
Ettringite$} monosulfate= AI’' 7} SO & F-4812 Q1= Ul
AHE F3lE24], TCEY £39hddl] FEEd2 F557|E
sk

Ettringite®} monosulfate:= calcium sulfoaluminatel] AJHE
8FERA] 27k Ca”/AIe] main columne] SO, ojsl) A%
877529} Ca”/AI 2] main layer Afo]ol] SO4 9] interlayer
7} EAslE SAWITES AYL JriCavani, 1991). o] FE
S& U] SO;” oleo] ojRe] Soledt 47 A|ghEle] e
ol emdFeS LR Bk oljg} U] Al gfole 9o
ol 2|3k 7Fsgt 8-S AL glei(Woo 5, 2011; Choi
3, 2012) AHE 71E SIS} AejA] FE5 E ol
LGEZe uAste) FA| 7|ofsle o= dedA] Jrk(Sposito,
1986, 1994). £3] Ule] A7} Fe' 2 X138 AJe)9] ettringite
2} monosulfatet= Y¥FZQl AHE F3lEdM e 3] PakE=

FejeA o PP S5 AEe ek ol 2 Holrh
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S= Ao duA gdtkTaylor, 1997; Baur %, 2004). Ko
5(2007)> TCE®] Zalid a&sh/ebgst 44 & HRaldy
Yollx A" 2 Fe** o} Aske a8)e] monosulfateS BF3)
o|Ao] TCE #alukse] dst #elo] Q& 7lsids Bagh
ub Stk
&7 e o] SRS 9 W, ettringite®} monosulfate
= AE27FE A|28E o]8-3 TCE i) whg-o] 417
oS W AoR S /P e FREE % skl
S3ellE BFekaL o] BeEe] TCES] Bnslekge] Folshs
wesely slolu) 271 aste] kgl whe 24 AR 9
T A o B A9 U vk gtk 59 ettringite
monosulfate®] ¥H&/d& e8] 7] fljr= thE AHIE
Ssho] FEaA AL 1 o] Heje olE BolNe)
A31o] BHolu, AMIE W S8 e ] ol ol
W0 - ofele Agolch TPl S5 etiringite
monosulfate S FHgsto] Adsh= Wto] FL3 tidtole} &
% glort ojs} e el A7 Ao AR eIk
wehs] B ool = 4573 ettringite 2 monosulfateS HEZ
ekl o] & o83t TCE 3l dds AXlete] 7] Edee
Helfes SRSkl el Fks ek 2he H20 % Bisitk
]2 glete] 37} Joleo @A Al'E T3 Alettringite 2
Al-monosulfate$} Fe'" 2 $-4-8} Fe-ettringite 2! Fe-monosulfate
& el o, 7] IEEET 27FEE o8 TCE Z3iA)
7 sefe] ARs FEItE 2 229 P VI el
E9] SIS U 738} ettringite X monosulfate S 34
.o H(Baur 5, 2004; Clark %5, 1999), Scanning electron
microscope (SEM)3} Energy dispersive x-ray spectroscopy
(EDX) ¥ X-ray diffraction (XRD) £41& E3] A9 2]

57 g whe -5 wHg 55 el

Rl

2. 48

]
p i
o129

EH
=

2.1 A & ARiE

£ 23] A+8-E TCE (99.5%, Sigma Aldrich):= Weke
(99.9%, HPLC grade, Fisher Scientific)ol] 838]|A]7A AM83}32
W, 27FEL Ferrous Sulfate, heptahydrate (99.5%, heptahydrate,
Acros Organics)E S50l 83)15}a] 98153t} Fe-monosulfate
xS 9 eRAE47(99%, Sigma Aldrich), Calcium sulfate
dehydrate (99%, Sigma Aldrich), S=:F8}51]5(99%, Sigma
Aldrich), 2FskZ<5(extrapure, Daejung Chemicals), Hematite
(99.9%, a-Fe;Os, high purity Chemicals), 3:FA1221(97%,
Sigma Aldrich)E AR&-3}e] g4 319321, Fe-ettringite 2§



skl - mevle) et - g% - uprop

Al pH 285 $J8) KOH (Duksan pure chemicals)Z 37151332
w, TCEY] Z&8n|2E s12K99%, HPLC grade)S AME- 31Tk

2.2 FEttringite, monosulfate2| g
2.2.1 Al-ettringite2| £

Al-ettringitex= 4318} GAES F3pAAH FAeH GAS
3l SJel ekt Al(OH)yH0% 3:29] &= 7dsh
E3 A7) T AV|2E ARSI 1,300°C o)A 12ARE B2t 7Hds)
Ak 7HE =7 slES sk o] Zhdshe 24 PAdEo]
TUH T3 sl Clark 5, 1999). 3HE GAS AL
9} 1:1.2 U] &2 &3 A7l 3(Christensen 5, 2004), L]
1002 2ok kg AIZTE e e Zejodd |
ARgER] 7] 5 COE FEe] 0 9S Jeles 39l &%
60C oJskZ A3k 361K Bt RISk A Al 7S
3 ettringite FIARES T AF1oH, E BES WSl
BARA B3 2K Taylor,1997). TAE B2 opflES
F9l5te] BRS-S ZX] A7l 3(Clark 5, 1999), A2 el
anaerobic chambero|] Whatman filter No.2& A}&-3}o] oy}

F ge Az sk

¢t

1

o T

2.2.2 Al-monosulfate2| &M
Al-monosulfate S C;AQ Xa19] H]E-S 1:12 3L,
T 80T oA 90C & 36A)17Hse AxFo 2 71 skt
70C oo 2 FASHO 2 ettringite “A7Jo] monosulfate
13} == 31a(Taylor 5, 1997, 2001; Famy -5, 2002),
b= X319] 9kS 7HAA)A monosulfateS G20 2 & AJE}
B}31al(Christensen 5, 2004), L5 o] UnkHe] AHIE
& &3 monosulfate FJRT}E AR W= AZT

(Brown -, 1993).
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2.2.3 Fe-ettringite2| £

Fe-ettringite2] $HdHPH-S Goril Moschner2] HH-S- |jeis}ed]
3519 (Moschner 5, 2008). TS Fex(S04):.5.3H,0 0.039M
3} CaO 0.016M, KOH 0.0229M-2- 119H] 200 2 -fA]ate] 3H4
sllom 7U7te] kg - Aol ettringite S A3 ARE3IA
T} Vacuum filtrationS ARE&}e] oJ¥}x)71 3 anaerobic chamber
oA e HAzsIIT

2.2.4 Fe-monosulfate2| g
Fe-monosulfate 335 913l ©:Fa< hematite S 2:1 H]&
2 A3 42 F 1,000T ox 243 52t 7Fdste] calcium

ferriteS WFE%IT}(Jeon 5, 2010). ©] 3= calcium ferrite$} A1S

1:1.59] HIER 41 F IS 1002 &5 Hlsto] ks
AR ERES ET)dR We ARsto] 80T ol 36 RESSE

N
)
12
ol
2
o
£
o
=
f<~)
Q
o
S
=2
(]
=
5
S
<}
=
>
it
¢
)
BN
ok
38
v

2.3 3124 &2 A

TCE 2g& Bt2kra] Alde] oF 24mL(23.4 + 0.13mL)
£30] vial-S AFE-31IaL vl septume]] lead foil tape$} teflon
filme F23te] TCEY] kg s} sl9ich A& FHE
g 2] (22 £ 0.5T)lx] T3, ¥hE AlE= triplicate
sample 2 AZ}st3lom, dizEE (control)S 7 ARSSFATE
<ele] AEells Adake] vkeudy) -89 BlE 01002 F9]
3laL 27FE& 100mM F943}93t). Viale headspaceS 3438}
AA AHE 3193, NaOH €918 F30514] pHE 12~12.5%
FABFATE TCE 74} A, 3134 REE AME-so] Srppmo 2
AFBIGITE MERA Al dale] st iAol AAR Helal
5] AFERA 50uL S-S 10004l bl )8kt 1 3
QF 3712 HEJoA TRkl G ARE AelA st
ARl & GCE o] g3le] #4313tk

@
o

Az EHE71E F318F GC (Shimadzu GC-17A,
Japan)E ARE-313E A& HP-5 (30m x 0.250mm % 0.25m,
Agilent tech)E ARE3IIO M, 358 SAE IS AMESIAL
split ratio= 50:12 3}tk GC #4271L injector 250C,
detector 280°C, oven 60T 9| 387F GAA1Z] &, 150C 714
15¢C/ min® 2 587k 52 sfgor, 1% AAE 1.5mL/mine.
2 frARRk eS| 240l AR XRD 24 = DMax
Rint 2000 (Rigaku, Japan)S AFE31SIL, AREE XL 40 KV,
100mA°f A ZAHE Cu Ke (A= 1.54056)51 0 2, 202] ZAHO =
4-90°, 24 &= 5°min”' o] 2102 BTk 7 A5
=45l A7} 3hS JOPDSE AMESI] HolEIS WIS, SH%
AAe] -z F498 9J3) sputter coater (BAL-TEC/SCD 005)E
ALgsle] W 58] 3 SEM (Carl Zeiss SUPRA 55VP field-

emission scanning electron microscope)S A}Fgsle] B4 &1tk

3.2

3.1 gM4=! Ettringite, monosulfate2| 241

)70 W o 2 AI9} Fe' o 2 A3 ettringite} monosulfate
£ dBion dEEe] SEM, EDX Z¥E Fig. 141 VFERASL
i, XRD A¥}-& Fig. 29 LRSI, Fig. 1(a)olA veRd Al-
ettringite2] on|Z|olX] The] §7F 75 e o] TUsHA
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3t Calcium Sulfoaluminate ] AJHIE 4=3}E-2] Trichloroethylene (TCE)

(c) Fe-ettringite

A

(d) Fe-monosulfate

Fig. 1. The SEM and EDX results of the various systems
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Fig. 2. The XRD results of various systems

A8, AAe] Hrd 7] 1.2pmE YeRgth EDXE
ARgste] A RHES 48 2 Al S, O, Cag] 74 HAES
Il H, ol Al-ettringite®] 73 ARt LA 3Tt Fig.
2(a)elA] VERA Al-ettringite] XRD Za}ol|x] 9.75, 5.63, 4.75,
3.88A° 9=} B H9ET), o) Al-etiringiteo]] theh Hlo]
B9} AJBITIICPDS 720646). 71 & 1]=E R 7.56A%2
tricalcium aluminate®] Hjo]E]2} &) 81412 #(JCPDS 320150),
o] WkSEA] ¢ GAY Aoz IetErh
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Fig. 1(b)ol}x] YERA Al-monosulfate2] SEM ofn]z]ojx] {2}
d722] monosulfate®] 27} A S271 5B ettringite
9] AAo] #ZHYaL, EDXE AME3t Al S, O, Cad] 8
AE-S selslgith Uk o £ monosulfate} ettringitei= H]S=
sk FERE A F7|9} 22 Zje)7} g, Al-monosulfate]
AR )= FEA o2 19pum oW F7= 0.7xm= GWHE<]
monosulfate®] AR =715 YERITKChoi 5, 2012). Fig. 2(b)e]]
A] VR XRD Z}ol4] 8.9, 491, 3.99, 2.77, 2.56, 2.23, 2.07



shlst - sk eyl - 714

A%l T]37} FEERA=), o) Al-monosulfate2] Ho]E]<}
AASFHTHICPDS 450158). XRD A¥jollM CAE HER=
¥)5(7.56A°)7F VRERFA] k- Z1e Al-monosulfate B3 A] CsA
o] ek Wg-& ViR Z1o = sk 470, 443A%04 B
g ¥]33= SEM ool LEREE % ettringite s LRy
Al-ettringite®] FloJE|9} AXJSHATHICPDS 720646).

Fig. 1(c)ollX] YJEPH Fe-ettringite®] SEM o]u]x]oj|x] B}
eje] AAo] 2EAH EAIFRS RN SHAINE Al-ettringite
o] SEM oju|<jollA] Vet 24t ee) e Feje veRi
olok=t), o= A HT} Fe''o] =8 =3} uks ) 2=xjo] ofet
o2 ghekEit(Perkins 5, 1999). EDXE AH83le] 4% #W
Bajsto] 74 RS BRIIAFe, S, O, Ca), 242] Ht
Apolzi= 1xm= YRt Fig. 2(c)oll vehdl XRD Aol
9.73, 3.93A°A FIE HERA O, o] Fe-ettringite2] H]o]
Ele} A =]5FtHICPDS 400292). 5.54, 2.77A°|4 Vehtd
¥]3+= calcium sulfate hydrate tlo]E]$} &) 3}H(JCPDS
840962), o]AL HESE] ke M1} sfjelo] Eajehs AoR
ek,

Fig. 1(d)oll] YR Fe-monosulfate®] SEM¥} EDX Zx}o]]
A §ZdT=2] AHo] ¥= ==, Al-monosulfates] SEM
olm|x|e} Ge] BT} s e Sk olze B
Bo] FAgRA AP} Fe''o] WhgARE xjolo] Q18 Ao
s, 1 9] vk, &% 52 Al-monosulfate®} S-AFSF
Tk EDXE ARg3}e] Ca, S, O, Feo] T84S SRI8IGL,
ARl Wit A7)= 32umo2 ERITE Fig. 2(d)olA] veRt
XRD ZA}ollx] 8.65, 17.35, 30.4A°9%] Fe-monosulfate®] to]
Eje} 593 v]aE FLISIITHICPDS 440605). Zfolr] vieht
=29} JCPDS<] Fe-monosulfate H]o]€] zk} v]arse] Zw9}
ZFAe] Al 2jolg veRdi=t] o)z AMeE B4 3jsl
A I 2L 2ol = QIFF Ao 2 L] 7.66A°A

g

tlo

. =Ne)
uep

A YeRd 93= 9RS3ER] @k calcium ferrite 2 ERR1ESITk
(JCPDS 720891).

3.2 €M calcium sulfoaluminateZj] A|[HE £35S 0|
835t TCE MMM

 Aollxle= TCE AlA 7Fs/ds 3718kaLal - ettringite
2 monosulfateS §4g31] TCE A|AMES =341 o, 34
| Z7}e] shEl] FEE Atsle] A3 733k 29 Table.
1, 20]) VERNRICE 213 23}, 3439 Al-ettringite, Al-monosulfate,
Fe-ettringite, Fe-monosulfateE- A-8-3)-8 ] TCES] 5= W37}
T dohubA] 225 SIS o)A ettringite©} mono-
sulfate7} TCEE AAE F & Aoleke 71E 7 3ol
7hE vlel= ek Aajolot weha ARIES} 27FES AR
gk TCE AA Ao R 79 a7 1aks oS & & A0tk

A HARA, o R AHE 55 SoaPH Fskg
ofa ARIE. sFgHEe] -Ballw|aL o} F- g3 (coprecipitation) © & T3}
o] F8lzo] @4 vkl defA] tTaylor, 1997). & A3elM=
ZE 2HE9] ettringite, monosulfateS HA] $PAIe}aL A0 =
A, Ao 2 dNEAR] AMIES] 3= TheA| ISk
SR o] Zgeli= TCEZF AAEA] edgko g, k] AMES]
FslaSoa] B4 2 4= 9= ettringite monosulfate 2]o]] Yx-
Edo) ofsf) TCEZF AAE 2102 skt apdete ARIE 43k
A= Ko S(2007)& Friedel’s salts, green ruste} 7-& 240|551
3H=(layered double hydroxides; LDHs)2 H.1l 51910 ™, Kim
Z(2008)& hematiteS o}&-3F TCE ©32s12 ¥ush v} gl

T WA 7Fsde R, dRkRl AMIE SRAE FAIRIAL e
SJSHEL- alite, belite, aluminate, ferrite 0] 3JoH, o]& &
& Ca, Al Fe, Mg, Si, 59 B 74 948 3 341 It
(Taylor, 1997). 3FA|TE £ ¢ItollA]+= ettringite, monosulfate2]
3ol GA (aluminate) TS ARg-8le] TCE A|A Aol AH8-3f

Table 1. TCE concentrations in various synthesized ettringite, 100mM Fe(ll) dose.

S No. | Mineral Name Initial Avg. TCE concentration | Avg. Control values in | Final Avg. TCE concentration | Avg. Control values in
(mg/L) (mg/L) (mg/L) (mg/L)
1. Al-ettringite 28.61 31.79 30.45 31.62
2. Fe-ettringite 29.76 32.92 29.08 32.17

Table 2. TCE concentrations in various synthesized monosulfate, 100mM Fe(ll) dose.

Sl No. | Mineral Name Initial Avg. TCE concentration | Avg. Control valuesin | Final Avg. TCE concentration | Avg. Control values in
(mg/L) (mg/L) (mg/L) (mg/L)
1. | Al-monosulfate 3230 33.05 28.22 29.10
2. | Fe-monosulfate 29.34 31.79 29.08 31.27
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32

7, 71 A3 dRbAR] AIES ARSEE 71@e] TCE A ¥t
Z4ibEl A eI o] C:AL]Y] AIHE S77]¢]
74 =do] TCE AA %= nAl= 2e= 551, Ko
5(2010)52 AHIE SY71e] 74 &322 calcium alumino-
ferrite (C4AF)E 0183+ PCE A|AQ] 7Fs/d& Haglk v} 9l

vAE} 7k do 2, ARl AlEE AxiAle) AR TS
E3] trace metalS 3}l 9o o]dl W ko] Hard H}
I Gineys, 2011). SEA|TF 2 AdoH= < ettringite 2
monosulfateS edeto] whe} HdEo] trace metalo] HT-HA]
2okt wiEhr] SRR @82 trace metalo] TCE 23147 o) L
FEFE VA= Zo R oFErh FARE AR Ko 5(2010)2
PCE AALRAN f& 0= 55 EZ9A trace metalo]
EA3RS Hargh) §lom, Maithreepala 5(2005)2 CuZ 713t
o] W2 PCE &&= e Bl 3tk

-

4.2E

E AFME 71 AE27FES A8 TCE AAAR
A F8 EAF F=F Y monosulfate} ettringite S =2
A2 AL ofF 2743 Whske] TCE AA A8
B3 Relles Rk o]F B3l AMEE AN TCE 23l7]
28 Trgekaat siolck A 23 Fe''o AI'S $i3h 1k
2] Al-ettringite, Al-monosulfate, Fe-ettringite, Fe-monosulfate
ol Adeetaial, SEM, EDX 9 XRDE AREste] <
o] 545 71 itk o] 27FEE A7l TCE AlA
ARSI, 5515 TCE AP o] @gker of=
ettringite®} monosulfate”} TCE A7]¢] F8 22U AHolgh=
71E AFERY ok ik AyE JERSIch sk
£ AEAE Satoir F7HR] TCE AA7IZRS dPds
=], A HA R ettringite, monosulfate?] 2] Z¢] ¥k
opd Fsuke-g B3t AHIE el P FAdy]
A oJgt G GALQJl HE ARIE S-S ke SitE
o) 4 A9 o7 A, iAo 2 ARES) Lapls) A%
FAE &3] &Ash= AJWE U trace metalo] &3} &J3Fo 2
FEEE ALF o] BgE 71421 TCE AA A3e] dash
o|& B3l E AWE TS 53 TCE A|A 713+& 114
g 4 S Fow ATk

4

—=

rir

i

gl 2

B e a1 9A(2011-0027581)
o] AL o Al QloH, ofdl] FAR=HUTE
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