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SRIEPFESRNESKEMN EDTA SR AEES
T

TR B A F A S TRGE A, Kb 410004
s B H9:2013-11-01 &5 B #A3:2014-01-15 FHHEH3:2014-01-18

FHE . L EDTA YRR, X T 48 75 Y+ 18 Tl 7 D R AL VR DL 1E 38 5258, 1 Tessier i SE 4R IR E T W MEAT/S Cd . Cu Pb Zn MIEAAR
1k 25 R R 7E EDTA ¥R 20 mmol - L™ | [EITR EL 1:20 G 75 A R E] 16 min B I TR 54% PEBi st 4 IEIS R 0 4 P 4@ v il R
K, 50500 - Cd 83.6% Cu 58.8% Pb 98.0% .Zn 43.0% . FF S50 T ik BEVE P, Bli#5 EDTA ¥R EE W TH R, 354 R DI R A BEAR R B /i 4
RN, A BRIE EDTA PeliAE B 5 R 4 @ AR S & i PR 1 8eh Zn SR B L IRER R 5.7% LISN, 75 Bk ik EDTA Wit +
Herh Cd . Cu Pb MRt A5 J2 R ABAR 57, 4331 hy 81.6% 62.3% .93.8%.
KB T Y 1 T AR A I EDTA  JEA T

hE &S X53

X B S :0253-2468(2014) 09-2392- 06 X ERFRIRAD : A

Washing of heavy metals from a contaminated soil and changes in species with
ultrasound-enhanced EDTA solutions

QIU Qiongyao, ZHOU Hang, DENG Guiyou, LIAO Bohan”
Institute of Environmental Sciences and Engineering, Central South University of Forestry and Technology, Changsha 410004
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Abstract: A washing orthogonal experiment of heavy metals from a contaminated soil was conducted with ultrasound-enhanced EDTA solutions, and
changes in species of Cd, Cu, Pb and Zn in the soil were analyzed using the Tessier sequential extraction procedures before and after washing. Results
showed that with 4 times of washing, the highest washing ratios for soil Cd, Cu, Pb, and Zn were 83.6%, 58.8%, 98.0%, and 43.0% , respectively, at
EDTA concentration of 20 mmol-L™", soil to liquid rate of 1:20, irradiation time of 16 min, and ultrasound power of 54%. Washing ratios of heavy metals
decreased with increasing concentrations of EDTA solutions. The results of species analysis of heavy metals in the soil before and after washing indicated
that residual fraction of heavy metals decreased significantly by using ultrasound-enhanced EDTA solutions. Except for Zn (only 5.7%), 81.6% of
residual Cd, 62.3% of residual Cu, and 93.8% of residual Pb were removed from the tested soil in this experiment.

Keywords: contaminated soil; heavy metal; ultrasound; EDTA; species analysis

16 52 32 v W R T 465 J R AL 95 B ) 1 5 AR
Py - SR T IR AR AR I, 42 i

1 5| (Introduction)

THEE SRR E R RN IR
R R A1 22 1 S G SR TS Qe R BT kR, S
VB B —Fh T Z A R0 T5 4 LR EOR,
HABEBORTE 5 TERAES AL &S T

B e 4 JE 5 B VR B WR  ROR. H R A B R
ATCHLIR (HCL,HNO, 55 ) |2 & ) (EDTA A7 1R
SF) (R (SDS | BRZEHERR 45 ) AL (0,
ClO, %5 ) 4 (22 E M4 2011) . Horp  EDTA (2 —Jfe
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VU 2R —AhEh ) & H AT B f Z —, & fg
AR LR LIET N ELSEICR, 5IRRAH
Ll , X A 3 25 0 AV AL PR B i A/, B4 5 Il
W A1 EE A= R ( Zhang et al., 2007 ; Hong et al.
2002) AHR AZGE G I 7 2 i TR K HL 25 5 8 B
T K5 B A b G RORAR XMESE BV H. AN BE
FRB T AT LA 5 5 B ) N e R 5 B 1 S G
BIVERE T K R R A B ).

AB SRR T 2 kHz 75 3, B2 A D7 1
PG 2 RE 75 S R AL Tk b, R 5 i kAT
WU T R S5, B —FaEw B T2
TS FH A B P ] RV E TR Al NS, BB A
WAE T W A B 25 77 A g Z T PR A2 A 1 LA G
3l AT HEURL 5 VR IR R 1 s IR A
BYAIL A P T A AL (4 A HLAE 20125 I 41 OF 4%,
2007) . 93— J5 T, 88 P 25 AR T AT ek 72 4= S 4540 LA
TS L R AL P 2 o, WD i SR AR Y U A S
FORL S W) B W RRE | 1T LA g O o o E = S SR L
FETHI Y [81 5 A5 4 2 AN A U A PR A
AR LBRZR (XITNRN ,2010) A FHHE 7 i 11X 4
R AR O A — Sy S I AT - SR
A543 ¥ J7 1 W) BT 5%, Benita Pérez-Cid 5% ( Benita
et al., 1999 ) X i P I 38 07 FH 380 Jie JE R i 1 T 4
JEIEASHRIL, A AR 56 — FE BB, 3837 I 1A
M1 h A5 h 4503 1 min A7 min; 7855 =0
S DU B B, BB A 6 h FiTS h 980 E] 9 min, JF

AN L RE P il 1 5 o i I T PR e 4 B L 5
2 min. I LA (2011) FEN T A I - 0 T
TIN5 2 PR I S 4R O A RS Cu
Fe Zn Mn %5 ¥, B AL B E] HH 120 min 47 %0 2
15 min, #5743 HrALE He 55 (2011) & B, AH AL
WHR SN, EE P s T R IR TR Hh He 17 7K AH Y
B BERAFAE B LT, B AE ] 15 min Z W,
He™ MU R S LIRS /R HT 60 min J& Hg™ AL
JI58 A [vi) 2K T ) P P g o B - s i G R
AT 5 A B A 41 T8 . A IF 50 R 1 52 52 36 00F 50 i
PR EDTA Weit -39 8 4 8 (0 me A 250, OF R
Tessier SRR (Tessier et al. ,1979) 4371 e B R
J& T E SR IR A AL, DU e R AR 1
G J VR T Y I TR R 2R 2

2 ## 57 L (Materials and methods)

2.1 IR

- HERE LR B RS BT XL AR A R
2T B 2% T, WS 5 0 il ik 2 mm JE R B A
0. 149 mm JE IR0, 76 Sk 11 4% i AR A2 AR D AR 3t
A AP B UL 2% 1,28 ] EDTA B R sk i )
AR 75 I CGER S 5 A0 MRS R HIL . JY92- T DN, 77 I
ZAEWRHEE By A BRA W AR 20 ~ 25 kHz; TR
60~650 W) ERIT, %At 4 39 0 47 52 40 % R i
SLIG.

F1 T EEREAER

Table 1  Physical and chemical properties of the tested soil

: 24 Bl ke !

hek pil iﬁ}ff) (mcfi; B é‘%i‘:‘i/(mﬁukg’ >Zn et
SKbd £ 6.25 12.07 10.82 20%  46%  30% 1067 288  79.0 1571 15
TIEMEArE >6.5 — — — — — 500 1.0 400 500

R ES 15.3 6.35 0.41 115

IR A B3 179 1.14 4.48 189
LIS ot L R = | 20 ) LIS EL RS 169 2.13 18.6 745

AILEESS 53.3 0.43 4.22 48.5

Bt A 650 18.7 51.4 474

A SO AR S YT 0 (TR EUEE , 2012) TR B4R G 3B B AnifE GB15618—1995) ( B K4S, 1996) T ZAnifE.

22 LRk

2.2.1 Wik B EDTA /EMEERF, 21
Lo(4°) BUE A RMATLIG W, e xf L1 d 4 )8
Pb.Cd, Cu Fl Zn YEW R A W 5 K.
EDTA W& EE BV LG (g :mL) |88 7S A B i) R S
P DR G ER B AT 500, B IR R s 4 4

K- 3 16 S SER A AL 3 IRE R .1~ 16
S N IE RS S, 17 5 g R R 2 h VRN
T3, 18 5 S 16 SR FH B8 7 10 o Ak R I T 1. S e ik
T 2.

HEBIFRIC— Z%1 10.00 ¢ TRE/M 98 T — 251
250 ml B0, 3 FRIE S SEI0 % 112 P BT 51) S 06



2394 |

% 34 %

A AT S PR TR 5250 AR5 180 remin™' R
% 2 h(ZE &) ,4000 rmin~ B> 15 min, id 0.45um
TAALUBBE PRAF IR AR .
222 EHEEWASSN KR Tessier i L HE UL
(Tessier et al. ,1979) , X} & o 2 F e I 1) + 3
G R AT IR S S M. R LR A R A EDTA Bk
JRT IS T3 rh 5 PRy 4w S k.
23 BRSO E

13 pH (HI & HRR LT (pHs-3C, iR % #}
A ) WE , B m (B VR = 1:2.5; L
Jo A SR K G AR B R 4 A - LU (i DU 5 (8
H.,2005) ; -3 Pb Cd,Cu Fl Zn B R H £ K-

EARMEE AR TP E SR Pb Cd Cu 1 Zn &
] ICP-OES 1 5& (ICP 6300, Thermo ) , [7] B 4> F¢
1§02 S5

3 ZERE59#H(Results and analysis)

#B R KRR EDTA X 38 2 4 Bk ey & om
ENGEPE 3PP N (235 Fibh o % =3 N 5 W)
LEA T B A B R 4L EDTA XF 348 Cd Cu.Pb,
Zn (1905 B 0 AR SO 4 4 B8 20 B 0T o b 1
GB15618-1995) ( B %, 1995) I ZeAr i, % H
W 5 LR B0E (R ST, 2012) PR 188 7 3
FRBEI G 25 0TS IR, 2519 T3 2.

3.1

R2 EXTWIEITELER L(4°)
Table 2 Design and results of the orthogonal experiment L¢(4°)
g FDTA ‘mﬁgm lﬁwmum Eﬂmgm (D) (Mmkﬁﬁz shAkE B/ Wﬁf
/(mmol-L71) /g mL /min (E)/Ik cd Cu b In 5 YT 5L
1 20 1/5 0 2% 1 68.6%  388%  76.5%  21.3% 15.0 4.8
2 20 1/10 4 6% 2 73.9%  472%  84.1%  29.5% 18.5 4.0
3 20 1715 8 18% 3 80.4%  53.0%  90.5%  36.7% 20.8 3.0
4 20 1/20 16 54% 4 83.6%  58.8%  98.0%  43.0% 29.5 2.5
5 50 1/5 4 18% 4 68.2%  502%  82.6%  34.3% 26.1 4.8
6 50 1/10 0 54% 3 66.0%  474%  T1.9%  30.5% 19.0 5.1
7 50 1/15 16 2% 2 69.5%  47.9%  80.4%  29.5% 225 4.6
8 50 1/20 8 6% 1 63.0%  40.9%  T1.9% = 22.5% 20.0 5.6
9 100 1/5 8 54% 2 61.8%  47.7%  75.7%  28.3% 38.0 5.8
10 100 1/10 16 18% 1 60.7%  44.0%  72.0%  23.6% 29.9 5.9
11 100 1/15 0 6% 4 66.1%  49.7%  76.6%  30.0% 19.1 5.1
12 100 1/20 4 2% 3 524%  A12%  62.7%  27.1% 17.0 7.2
13 200 1/5 16 6% 3 60.4%  49.9%  753%  29.6% 30.7 6.0
14 200 1/10 8 2% 4 58.2%  47.7%  70.7%  28.0% 20.6 6.3
15 200 1/15 4 54% 1 53.1%  403%  62.7%  18.4% 23.0 7.1
16 200 1/20 0 18% 2 56.4%  457%  68.2%  26.6% 17.0 6.6
17 50 1/10 0 0% 1 42.8%  264%  158%  11.1% 16.5 8.7
18 50 1/10 10 20% 1 79.8%  44.0%  61.8%  16.9% 24.7 3.1
K, 21.0 27.5 17.5 18.8 22.0
K, 21.9 22.0 22.1 22.1 24.0
E K 26.0 21.4 23.4 23.4 21.9
K, 22.8 20.9 28.1 27.4 23.8
R 5.0 6.6 10.6 8.6 2.1
Wi K, 3.56 5.33 5.40 5.71 5.84
B K, 5.04 5.33 5.75 5.16 5.23
PR K, 6.00 4.95 5.16 5.08 5.31
K, 6.48 5.46 4.76 5.12 4.69
R 2.92 0.51 1.00 0.64 1.16

K, Ky Ky K, BRI # 4 AKCE T B9, R IR — N 4K T A i 2.
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K HZEA R (R AETR 2005 ) X 1FE 28 L g0 45
AT B AT, 25 18 T3 2. N3k 2 AT LLE 4
S8 (A B,C,D,E) KT, HIER LSRN AT
SR et P g - e Cd | Cu (P Zn B PRI
ik E 83.6% .58.8% 98.0% Fll 43.0%. 45 A e it
RORBEE EDTA W0 B 98/ N A2 15 514 Fifi 2 [#]
Y LL P A FH B ) | R 3 ) 23 R TR R
KIMASAGHELE I 5 N R 4 7K T3S &
TS S PR EOE I E R 2, AT Ry >R, >
R.> R,> R, , Uil EDTA ¥k EXT HIRE 4B 1
ZRA VMR 52 ) 5 K, U Ve I Uk, 15 3k
R P I AR P S ) R 7 0 ) 3 [ 9 Ll v - 48
4 I8 (LR 5 BRI SR B 5 I Je /N 7 2250 BT 25 8 (R
3) W] EDTA Ve BEXT 2565 DRSO 5 i b 5
VLY P A P B[] | R 3 ) 23 AR B TR B8 %
T 4 B LR VR ISR OS2 A A K
#3 BEMENL EDTA SIS T ERIE S S RIEMNT EN T

Table 3 Variance analysis for Nemerow pollution index of washed soil

with ultrasound-enhanced EDTA solutions

5 ERUR FOrEL AME ¥Ui F P

VEMEWHR B (A) 19.920 3 6.638  11.89  <0.05
B (B) 0.615 3 0.205 0.095 >0.05
HHEl(C) 2.205 3 0.735 0.361  >0.05
Ui (D) 1.100 3 0.367 0.172  >0.05
PR EL (E) 2.775 3 0.925 0.466  >0.05

B Fyes(3,12) = 4.50.

32 HMERERAMNEESLBRA»H LA

H 4B AE T AL B e Bk LR XU
R T EE 4 R A RS B 1k LR e T AR AR
TEZS A (Mulligan er al. ,2001 ; 551945 2005 ) . AA]
3 AR, A AT A S R B K S M sS iR As
X GY E 4 & 2 WA W A= M T E T RS
BURRIR LA G B A 45 & S Ra ML S
ARG E 4 8 76 5O B B S 3 2
PIPREE 5 N R ok, 2 AE YT FIHSE 4R
) AR AL s ANl RS — A8 SR 2 (Jung and
Thornton, 1996 ;{1 & & Ml = 52,2003 ) . S~ 43 B 75
Pesm Ak EDTA Pl + 3 b i 4 J8 L S 52, R
HH Tesseir £ 00 T Ve 0T Mok H A0 4
£ (A,B,C,D,E,) i)+ HE 4R Cd.Cu,Pb,
Zn FILASW SR NE 1A RLA I Pe AT 4
Cu ,Pb H1 Zn BEH)v] RS & (B EBTEED)
A A RSB, AEAE Ve A 9w R AU e e AT,

HHEh Cd EEDIFRIESAATE, HUOR A,
M R Cd F R 65.1% M1 22.1% ; R i
AFE S, 33rh Cd Y 5% i 25 R0 A8 e 75 25
R 81.6% Fl 95.2% , Tl 4> & B4y 5 M 3. 44
mg-kg™ 1 0.31 mg-kg™'.Cu 75 T3 FELIFRE S
e R B A A a5 & 748, a0 5 +
HER Cu B 1Y 65.0% F1 23.5% ; K A S - Ve
Ja, YT cu MBR I S AL B 45 A S Ak
RIPH R 62.3% F1 71.9% , T 43 & 543 91 4 19.3
mg-kg™' Fl15.22 mg-kg™'.Pb 7E L3 rp EE LIRS
FEAE, Hom i H 3 Ph &Y 60.9% 5 R FH B Al
FAFVEML R, BRI AS P (LR RN 93.8%,
P4t H 40.15 mg kg™ . Zn 16 133 b 352 D)
GBI BN, R R R Zn &
WY 47.4%F 30.1% ; R EARAAF NS , L3
Zn MR 5 MR A B AL W45 B 8 R0 51k
5.7%F1 63.1% , T4 75 B4y B 446.6 mg - kg™ i
274.8 mg-kg ™.

80

— 11600
| ]

60 ST b 64 4 1400
~ v RIRTS o
‘? m 1200 0
g) | mm“m ) g)
=l M T 11000 ﬂ;{;
@ 10 400 4o
S :
S 6 &

‘ 200
2
0 2. Z 10

\Q& e (O C A W \7}\ B
BEANCA I L T

1 BEKEL EDTA ERIERARNGLETESBHEESSH
Fig.1  Species of heavy metals in the tested soil before and after

washing with ultrasound-enhanced EDTA solutions

VEI S 0 1 Cu K 28.06 mg-kg ™', Pb
SR 77.87 mg-kg ', 43R B E K 4 HEPR T
— BRI — bR E (GB15618—1995) ( H S8R 4% |
1995).Cd Fl Zn S it 53 5]k 4.91 mg-kg™' Fl 811.7
mg-keg ™' SRR T IR T — bR B R
PR AT B I 75 e 2 B K v (A 2 V5 e H8 B0k
15) , Hort Cd 1 Zn B3t 53 500 28.8 mg-kg ™' F1 1571
mg-kg ™'

4 118 ( Discussion)

EDTA Je—FPaAR e 80t & B 2 45, Hoor T g
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¥

34 %

s R ER 4> 4R B FIREN 1:1 NERY
(Sun et al. ;2001 ; F#% ,2009) . ASZE H 78 EDTA
WFE 50 mmol - L™ [EIVE 1L 1:20 B 554, R H
MR 2 h J5,Cd ,Cu Pb Zn [ ZERF5 510
42.8% 26.4% 15.8% F 11.1% , M 7E M [F 515 F
KA AR 2 h J5,Cd Cu ,Pb Zn [{5F1
EBRAH N 79.8% 44.0% 61.8% F1 16.9%. 1% i}
HHRE 7 I ) 398 v B 4 JE I R A R AR AR, A
TESE M VRO Y8, Be = 3 Cd L Cu,
Pb . Zn AYfRI R,

VFEZWF 5 25 S R W, #E — 8 1Y W B 1Bl Y
EDTA ¥ 800 B8R 5, Ve MR s, it 3k 31 Ay
(B I AR, 20105 7] Jik 45, 2007 ) A SE 5 v, Bifi
EDTA ¥k BER3E TN, 4 B4 @ Ve R 28U B
B BRI O 1 D PR AN B R AR
Fik [ RITER 75 30 Thy 2R3k 2 A~ 58 75 I AR AR G 2
B, 0 M 4 25 G Y B AR Y R e A 3 I 2K
P IX AT RESE BT, A P AR FH RS [ Y E K )
FRIWIER 75 I A 0 ARG, B R, R
AR P U8 e R At A T R Fh T S5 P e FH 1Y)
EDTA %50 BE it v, 76— € B2 B2 LT 188 75 I
A PR ) R0 2y 0 18 38 ) B e AR

FWF5EF B, EDTA BEA R HE 2 B - 38 b 22 4
B RIREEZE G A MA Y S A EELE, XA
LA FFRAZS T T 4 B AE FHAUR A 2 ( Newman
et al. ,1997) ASLgerh A R AL EDTA PR AL
XF 4 FEE AR ET 4 MRS L BR AR m R A
FBR R AAR (5. 3 156 B R P U T R v AR SR 2 1
PIBTEI ] R ROk R T, 5 IR SR R
1) 4 R R TICH OR.

5 45 ( Conclusions)

1) 7 A EDTA Y 4338 vh i 4 Ji A Ak AR
FH, 16 52 5 BT % EDTA ¥k B 35 Bl N (20 ~ 200
mmol - L") |+ 5t Cd, Cu Pb Zn HY VLB
# EDTA ¥ FRACMiE .

2) A ISR AL EDTA Vet 3 b 8 4 s 19 el
500 . EDTA #J¥ 20 mmol - L™, [FI¥& [t 1:20, #E75
BEAE I E] 16 min, &8 75 I D)3 54% , Pl 4 K.tk
ff, £ 3EH Cd, Cu, Pb, Zn V5B 28 % & 43 00 ok
83. 6% .58.8% .98.0% Fl1 43.0%.

3) MR PR AL EDTA YERE AL BEA 20 2 bR s #e
B R G S MEAY S AEELSR, WA B

TAHMERAYE A SARESE SR ALK,
B4 Zn BRI A LR R A 5.7% LISk, B
Ak EDTA YEBix B354 Cd Cu . Pb 1 2BR
KO AF) 81.6% .62.3% 93.8%.

BEEEEN . EME(1957—), B L #AB T ENE
ELRELTEMNAAFNFETN ELEFTLELERE R
I By 57 % . E-mail : liaobh1020@ 163.com.
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