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Abstract: High iodine groundwater is another global drinking water safety problem in addition to after high arsenic and high flu-
orine groundwater. However, the research on the existing forms of iodine and the mechanisms of migration and enrichment of
iodine in groundwater system is still insufficient research on the existing forms of iodine and the mechanisms of migration and
enrichment of iodine in groundwater system. To understand spatial distribution and mobilization of iodine in groundwater sys-
tem of North China plain(NCP), a hydrochemical study was conducted. The results show that iodine concentration in groundw-

ater from NCP rangesd from 3.35 to 1 106 pg/L, and 41.86 % of groundwater samples has iodine concentration exceeding drink-

EE&TB :ERARE¥ILTH (No.41502230).
YR B v i M (1992—) I ARG A, 3228 SR R K5 4 5 By A O i 9 A 58 T AE. ORCID: 0000-0003-3248-8963. E-mail : xb_xue@163.com
* WIEEE 2R E, ORCID:0000-0001-5191-3166.E-mail : jxli@ cug.edu.cn

SI RS H o, R BRI, 55, 2018 AU S i A T L T K R e AR ST RS AR AL DU B — K — Y N R D ). s BR B2, 43
(3):910—921.



%3l

B PO A AU JRURUAR W R K R v A ST RS AR LA 911

ing water level (150 ug/L) recommended by Chinese government. High iodine groundwater (=150 pg/L) is mainly distributed

in deep aquifers of Bohai bay area. The main species of groundwater iodine include mainly diodide and iodate, the distribution of

which is controlled by redox environment of groundwater, and iodate mainly occurs in oxidizing condition. Along the groundwa-

ter flow path from Shijiazhuang, Hengshui to Cangzhou, hydrochemical evolution and inverse modeling were performed to un-

derstand the groundwater environment favoring iodine enrichment in groundwater. The results of hydrochemical evolution

showed that at Bohai bay area. the weak-alkalinity and (sub)reducing environment influenced by seawater intrusion favor the

iodine release and enrichment in groundwater. The adsorption equilibration of iodine among metal oxyhydroxides under various

environments is the primary hydrogeochemical process controlling iodine mobilization in the groundwater system of the North

China plain.
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Vs DS (Q3) R —E vh bR — I AUHE R s &
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Table 1 Events of Quaternary marine transgressions at North China Plain (NCP)
55 A PR A JI SR R TOKEA =
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EEHE Q3 % ol D1 K NG R N R ) 10~170 m 50~150m 5 2 KR4l FEERE GRNIER
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(LI e 3 v Bl AR i 22 48 4% 3k IX (TT XD AR
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TR A7 T 565 DU R FLBR R 75 K 5 & b o AR A 0 g
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Sampling location of groundwater samples from NCP
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BregREsimA 12 1 HNO, £ pH /N T 2./ %
F F.CI.NO;.SO, %+ J7i 761 Compact 1IC
#EATI5E s K\ Na,Ca,Mg.Fe,Mn %0 % K ] IRIS
Intrepid 1T XSP #! ICP-AES #4743 #7; M il . Br ¥
R ] Aglient 7700 ICP-MS #E47i 52 , 1,10, i@ it
BF %S ICP-MS B S 470 22 5 2 4 43 BT 35 B
TR B 10 00 S A, A FEIR 2ZTE 5 LAY,
JE A RS AT A R AF G oK R /N T 5%,
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UL SN
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JIi A R KRR SR A2 o Ge it DLk 2. 85 Sk
i S (AR S N O = SR S o A A N
3.35~1106.00 pg/L, H[a{E Ky 87.33 pg/L, Hrr,
43 R R OKEE A A 18 R R e K R
Hby DXFN M D7 PR v R ORR AR B X B (GB/
T19380-2003) YAIT A %E () 150 pg/L R br e, 8 1L
300 pg/L 3 T K REA 16 48, 20 51 o5 2] B BURE &)
) 41.86 %6 F1 37.21 % . Bl 1 AT M, b K o il 22
(] 43 A1 55 B0 5 0% 43 A Pk VT R KT, N T X
(KI{H N 8.82 pg/L) & 11 X (¥I{H K 69.17 pg/L),
FEE] T X (P 647.5 pg/L)  Hu R /K H il 5 i 2
b R R AR R X, RO B MR K
MR EN LI RETE - & KE
Mol THE—ETKZZ AR TR, G5 RIEAT
IEB SR A 58— B K2 K 3 DL L, i T K
FERZ NS K24 T KR T KRE R E
ZEKBHME A KT X REH T KEE RS
=D K R TR A K e U TR K (5>150 pg/L)

FES T T X, REEIFIR KT 350 m, HH{E A]
IKE647.5 pg/LARSCIE I EEITH . = /F K
JZ4.

WK AEIES EEE 3 #.10,.1 |
AHLBLCOD , Aol an i 3 . R 7K # 10,
T AL IS Oy <<0.1~694.6 pg/L. AL ¥ N
1.56 pg/L;1 & AR Bl o <<0.1~854.0 pg/L,
HESN 40.1 peg/Ls A HLBUE 2 & &8 A8 1035 o <
0.1~296.1 pg/L. %R 4.33 pg/1.20.93 % [
TFKEETO, /Ty Mt 50%.51.16 % B #b T~ KB v
I /1 #ak 50%, 281,10, .1 0]y F IR AF
WEFAET KRR T oKh, FERAS FEZ 5K
SRR IR A5 5 e 5 AR A R A P R T TO,
(KA T 38 B 25 P F b R KAE R DL T 32 (Li
et al.,2013). i T 7K P A7 AL 55 & JC BH & R 1
FLWRAF RS W] BB 2 52 3 7K )2 o A BL T 52 i 5 42 7).
Fomk, W 3w F W, 77, 78% = B i R oK
(>150 pg/L) 4340 T4 T . R WIHESE X 5 i
Krp e EEIRAES R T AT AR WL 10, 7548
[5) 7 49 =% e 4 W fFE € 7 BH 58 F 17 (Shimamoto
et al.,2010), BILL T+ 32 9 W A7 25 38 ) F AL 7E b
Tk hE 4.

3.2 MTRKEAME

T 7K K SCH BR Ak 25 RRAE X T 98 H R K 4 4
TR HA R R & SRR, 2016) , A 3& 2
AR TIX B F L Ca B, HE & AiEH N
35.61~189.30 mg/ L, F-¥I{E N 96.65 mg/ L. [H & T LA
HCO, 3, H5 5 AL [l oy 188.5~400.8 mg/L;
IT X BB F LA Na g 32, 25 i A8 fe e {2 81,88~
349.90 mg/L, 31l Jy 236.2 mg/L, B & ¥ Lk HCO,
g A ARGl 91.5~477.6 mg/L, F I {H
9 280.1 mg/L; 1T IX P LA Na 2 42, H &5 @228 1k
K 352.9~832.0 mg/ L, F-H{H K 529.1 mg/L, $
BFULCLoy 3, a2 0 Fl o 110.1~705.0 mg/
L. {8 N 381.5 mg/L. M piper =k & (& ) W[ FH
BN T IXF] T IX 53] 101 X, B35+ Ca.Mg A&
Y870, Na AR XS & 5 35 0, B 25 HCO; 1 SO, A
XoF 2 e v /b, CLAR A 25 3 38 0, K Ak 2 28 BN Ca-
HCO; [ Na-HCO, \F53] Na-Cl 71t , #1 7K fb 2 7
fb SR 43 3 PR TDS 78 11 IIL (4 SF- 359 1. 43 51 4
461.9 mg/L.671.2 mg/L.1 480.0 mg/L, % 3% ¥ 3 fin
R AN v ML K A K Ak 2 2SR 32 Sl Na-Cl A,
HH TDS {H#87E 1 000 mg/L LA, #i0 H 5 76 /K A
AU A K.



o
2
&%
TR aNG R
28°0 AN4 €2°2 €6°¢ 99°0 ee'1 99°G €e°g 87°9 62°1 02'1 987 0L¥ 1279 AN Drontel Xg Sk R 0
$9°T 80°21—  202T—  S9'L—  00°ST— 19°2 00'8— 6%'8— U6—  PSHI— Y21 89— €L°9— 057 — L06— Dk XRSRUY R O
8€°0 §€°L— SV L— 1L°9— 60°8— €e°0 0r'g— ns— 68°L— 698 — 0] Ge'8— 788 — 69 L— 18°8— Eid BT
€10 G6°0— 26°0— €9°0— e T — €2°0 AN ST T— §6°0— 3L 1— 95°0 83'T— 08°T— NS 2Ve— 2 WA R o
- 0] 789 — 06°9— 82°9— 97" L— 8€°0 98, — avL— 2L9— 06°L— 6£°0 08°L— 99°L— PIL— 28— T WA RN O
m 61°0 67°0 16°0 98°0 60°0 LL°0 25°0— L9°0— 7€°0 €L T— §2°0 98°T— 78T — 9¢ T— G2 — D XgEHY WG &
m 28°0 9TF— 6TF— €9°7— L'G— 82T TT— Wi— 96°0— €8°G— €Tt 12— We— 65°0— €9V— DA NN EG &
S £2°0 66°9—  6V9—  ZLTV—  957L— 60 &vZ—  6ve—  eT— €67 — 69°0 907—  ¥2T— SVl se— L ARG 0
< 110 vL°0 2L0 68°0 8570 vE0 €ro LT°0 99°0 62°0— 62°0 ¥20— 80°0— geo L8°0— LML XRRHW I &
m 9€°02 $0°61 $e°L1 €8°LL 00702 P91 00°91 12%2 01°L8 8°6 S6°LL 69°9T 89°GT 0z°1¢ 089 1/3)24
w 006°TT 069°TT 08€°GT 068°L5 011’2 080°9 0.2°8 070°0T 026°6T 6TT°¢ 00Z°L 095702 076702 026°0€ 0L0°2T (1/3W)SN
z 29°S 80°LT 76°81 STve 9z°¢1 ST°91 SyvT 12°12 L5708 aN 89°09 87°0. 69°96 0€°681 19°¢¢ (1/3u)ye)
W 01121 0£°626 01°626 00°2£8 06°2G¢ €516 0£'¥¥2 02°9¢2 06°67€ 38°T8 €2°91 LUTY 86°6¢ 0699 98°€T (‘1/3w)eN
g €60 ¥6°T 1172 0L% 19°0 6L°0 92°1 18T 682 2L°0 88°0 8.2 €6°2 60°G VLT 1/8w)y
= £5°08 00°8T¥ 05°82¥ 08°05G 047082 07621 0L°€82 0T°082 09°LLY 0516 L8779 02°682 00°€62 08°00% 05°88T (1/3w) FODH
Filg 876G 00°8ST 00°0LT 0L°LL3 92°18 VLY 00°971 01"zt 08°€.2 LV°L9 06°2. ¢6°€S 09°06 08°002 AN (1/3W)"0S
W 0L6°1 AN $.0°1 088°G dN 0.8°1 dN 006°0 050°L AN 0s¥°e¥ 050°8 0ST'TE  00S76€T 00072 (T/3W) S ON
m.m“ 0€°€GT 00°88€ 05°18¢ 00°60. 0T°0TT 16°09 0Z°€TT 02°20T 00°€92 06'TT 00°62 66°2¢ 91°€ee €879 9T, C1/3W)10D
9878 08¥€ T 0T66T 07697 ¢ €789 07045 0°0L2T  0°S06T 02667 2 18¢ 0690 T 77902 0'8¢6 0°29 € S'ZeT (H 73D 1d/1D
6.0 VL2 €0'¢ 68°7 €6°T 10°T 1 16T 1e°¢ €70 AN A0 1770 1970 6T°0 (1/3u)q
09°z€1 881G 122°2— 007921  00°¥12—  96°GI 00°¢TT 0L°€TT 00°GET 00°98 80°L1 00°8¥1 09°GH1 00°0LT 00°221 (AmW)yA
7eLe 086 T 0°08FT  0°00%¢ 0268 7861 8201 2.9 7'998 1'16€ €222 2°60¢ 6197 LLT8 §692 (1/8W)SAL
0] (] 870°8 7€'8 082 12°0 91’8 91’8 6s'8 79°L 8€°0 672 29°L 9¢'8 Cray) Hd
7168 86"V £9°¢Y 01962  61°LT— 269 10°L 69°8 2°02 aN 91T €8°2 zee 16°6 1072 C1/3) g 5
08°652 0£°8G€ 08°¥2¥ 00758 LY 08°62 Z1'91 05°62 1216 0L°0 0ee 1 v2°2 9811 1870 C1/8) &5
0$°822 88°¢ 08°FET 09769 aN A4S aN ¥2°91 0G°CTT aN 12°6 812 92°¢ €9°L1 aN C1/37%) Wi
02°282 07°9¥¢S 00865 00°90T T  08°L6T 78°1h vLLE Zrvs 00°8€T 99, €0°S ) 788 66°02 cee C1/3) ey
Y M HiErA BRI ENAF S dd HErk BYSF O BNAT S Y RO BisrAk HIYE BNAY
X 111 X1 X1
JdDN woiy wo_QEmw Eﬁ&%qso‘ﬁm jo uonisodwod [eo1IIYD JO coCQiowow [eonsneis 7 9[qe
= NESREH 1%




%3 B PO A AU JRURUAR W R K R v A ST RS AR LA 915

il & H(ug/L)
0 200 400 600 800 1000 1200

oA ——

500mm W [ I} [ J

700 ®

Bl 2 Kt S 5 IRER
Fig.2 Depth profile of iodine concentrations in groundwater samples from NCP
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ARZS . HERAL 2 B I AL 25 R ] T IX &5 T K
AL BRI CO, FE IS A 13 i B 5 i
A CAE AE VR BRI UTTE R DL P
TFASHAE L PH B8 F 28 B 4 A 2 B0 T K b2 25 A
M Ca-HCO; 1] Na-HCO, #7251 X b F 7K o it %
B AL 3 B 3. 35 ~ 20,99 pg/L, I H K
8.82 pg /L, il F AR, 4 T X M 2 = 22 Sk W] 35k oft
T, e 2 B SRR, HASA7 76 ) B B8 B ) 2%
.C1/Br FE/R FLAE ALy BBl R 132.5~3 678.0. I 3l
R (a# a) ,Cl/(Cl+HCO) i /N, Cl By AH

%, %, %, ,
2 S 3 Xt BRI AT D9 2201 L/ Br FE K Ho W X 53 4k
s B A R 5 B T A O A Bk A
Fig.3 Ternary diagram of iodine species in groundwater =S5 A (Cartwright et al.,2006). PR Y

BH 1E Br i A L™ S A& . BT LLA R CL/Br fH AT 35
g St i T 7K AR AE YEAT AT . LA TR K 3 1) F| 10" ~10° (Kloppmann et al.,2001). 1 T 7K %} &
AR PR TLID AT TIT X A 4R i 7K K BE & B A 5 18 A BGE , 00) H: CL/Br BE /R Fl R, R 7K
138 R K K BE L F ] phreeqe #E 47 b 3K 1k 27 52 1] B2 Xof AR B DR AE 858 , W CL/Br BEJR L #00N , i
FACLi et al..2010,2014). 42 4% 7 A F 5% B AR (Mao N KTE S S AR TR 6 T CL/Br BEIR Y A2
et al., 2002 JTRIG, 2012) , 0] BEW Wy AH Ky I7 ff £7 M FEI SR KT X pH SFHME N 7.62, 3% i 2K, 0
Haf KA BEKA8E A A7 85.COo. % MWTXEX,pH E2 U8 I @@ 3. 05 il A 1R
T CHER (I X AEAE A AR, AT 32 41k Na 1 CL, i) B AR T EZWRRAR ., 1L pH 2 i, A
FER ARG A BB A BRI IR A, B s 7 pH B THE.
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Pehir 1 IX 8%, Cl/(Cl+-HCO,) TR L 1 XA
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7€ (Alcalda and Custodio,2008; Katz et al.,2011),
DA it K 1) CL/Br BER R 1280, 17 11 X C1/Br
JEE IR LG AR AR 3 [l R 381.2~2 937.0, 48 T IX I 3h A8
G2 UL KAE R A A ey R ek, 24T
—E R AR A AT LI X pH AE RS LY
7.64~8.55, B AREKE M I X% T X, pH A 5
27 1% B AN e B, TR SRy O A A A O R T T Ok
CO, I i o AR 5.

NIRRT S P SR e A N NN 3 a
Wb F ARAR IR L 7 filf A7 5 A0 e 04 A A T 3 A

AR M ERfb 2 R 1) B4 25 SRR B 1T X & 07 T 7 i
A KA R VR SRR A T U A L A
K A7 R4 B B DOTE S R, DA PH B 7 38 e VR L R
KL R AR RS o 197.8~1106.0 pg/L. P
B4 598 pg/L. 8 11 X A 5 F+. TIT X Hb R 7K 3 22K
T EATM)ZE (Wu et al., 19965 Xu
et al.,2016) 4&ic &, A6 F IR 58 DU 42 DLk 48 5
T 6 W B AR A 23 DURR K 1 A A JE SR
A LA A o AR A T 320 3 b T A AR K
RAK B BOK A FL U A T 1, 7 R 1 7 A T A
A sh Ak A CH Sk RV AR 22, 1997) . B T3 40 i
A ) B LT A R 1 O B RE T L PR E £
Ui K AR o 45 165 AR LS 48 2 S i DU AR v L X Al
SRR IX 3k M R K il 1Y 32 B OR IR (Zhang et al.,
2013). Al AL TIT X2 b R 7K 3t 3 R 0 4R HE i 1X
Hb R 7K G SRR XU 2% K R AR R SR B R T LA
X KA GRIBFRAE, 2014) 3% IX Cl/Br EE/R [
AL Ry 582.3~2 464.0, P sh &L 11 X 8 2% . 5 9
HE AR E MBS G b, Cl/(Cl+HCO,) it &
oA T IXHE K, CL A X 2 & T e ¥ 56 AA 11T Xt
FHSE ) 5o AR A TTIX B SRy 5 B0, 0F — 25 UE B b R oK
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% 3 Phreeqc R AR FEMER
Table 3 The result of inverse modeling of phreeqc along

groundwater flow path

% i ( /1)
7 ot FeR i (mmol/

1IX X 11 X
Ji 41 CaCO; —1.4800  2.5000 1.380 0
KA NaAlSi; Og 0.0084  —3.3500 —
R A CaAl;Si;Os  —0.004 2 — —0.250 0
WA CaF, 0.006 0 0.075 0 —
Ak NaCl —1.20 4.76 8.94
HE  CaSO, : 2H,O  —1.48 1.81 —1.06
R KCl 0.017 —0.040 0.025
COx () COz () —1.68 —2.60 —
CaX, CaX, —0.43 —1.81 —
MgX, MgX, —0.42 —2.55 —0.19
NaX NaX 1.69 8.73 0.37
SR A1 Mgs Al Si; O10 (OHD s — 0.045 0.038
EIA A Al SO (OH), - 3.40 0.21

TE IR H R T AR G AR, B 3R 7R 3T i R (D) . —
FoR ML R

B R A g AR pH (E AR AL B Bl Oy 7.80~8.34, &
A 553 6l 2 355 A R R K R LR 4
3.3 HIHMITEREEMKIHBKEFITRE

T X E]IT X, B3 TT X, 95 25 SRR 5 1 Y b
K AR Y K S BR AR A T R A R A AR AR TR A
MR K R 2 A T AR AR, R T R K

IBEZ A 0] A T 8R40 7 AR Ak, JEHUE pH
R A8 Ak 55 L A A B R OG B R e =2 A, R A R
25 A 4 B TR A T 25 b B i 2 L ) A RS 4R L
AR B B A AL Y 5 4 A BTk,

58 X dth T 7K 52 2 55 8 M. pH SRy 7.25 ~
8.58, 1M =y i~ 7K pH 8 Bl KA HE 7.8~8.2 Z[A]
(& 6a), Ry 55 Bt A i £ 26 B, 3 ML R 7K rp L iy
WA FEE R 1T A X5 45 £ (Nagata
et al.,2009), 1" FE/K RO KM I A ZF 77 402 pH
=7.9 4,24 pH KT 7.9 B, Ko 2 1m0 W i T
SRR S pH AR T 7.9 B, WL R R pH AT
T 38 0. 55 e 28 AL, BT 1 R L for £ pH=8.0+
0.2 Ak (Machevsky and Anderson,1986) , 7R & I
o faf 5 pH=28.0 &k (Ledin er al.,1993), B 3=
B YR LA U TR pH=7.8~8.2 Z[H]. 1E
FRDCRAE 78 1 1% BT L 2T ) 2 T I B A K Y
I, pH KT 7.8 B, 234 K 5L & 230 Bl
AHE R K 3R K R i R L S Ak B pH
FR 380 286 0 i R B 22 0 07 R A L B AIS T4 LB
BF R SAEAER TR 1O, B W B, o /9 pH BH 1k
TR R B L 3 AT ALY % TR A B (Dai ez al.,2009;
TRIFAE,2012) X LU fE 5 pH BB b, TR
W o ) A2 1 b T K P AT RS BRI
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AT DHME DK I TT XA U0 X 5 @ TIT B HE T A TR K AR X

MIE 6b AT F i, Eh HAK T 50 mV B, T K
FL R KT 300 pg/ L, 3R B 34 5 FR 58 R T A
e K E 4N 6c 1A H L H R K A R
e Ak A L R T AR R L
Wy, F A B K L 3R 1 AR (7 4k 5, 2008) , 1T
B AL 7 SR AL BR B b, iR K b A A e A T
TUVE B0 25 7K AR, 78 o A8 v, B0 W B DA 7K AH 3
N TETAH S Hi R 7K A BB A 0 s AR SRR B L B
B v R S AR A B D R A A S T A A Ak
S i R T8 AH S RS KA TP, B S T R OK
R S CRJL 22, 20043 22646, 2009). Phreeqe
PEULZE S R W] A 58 X B W AH v, S U A 1) 1 S 4K
A AE T ILLIOD X 43 i S — 6,73, — 8,49,
—12.02, /= W 7 W AR A0 48 B0 BB AE TLI1L 0T X 53
SR 4.70.5.33.2.23, Uk B B 0 W) 0 4 AR RN DT DE
VG K e MO L W R R AR TIT IX A B0
U ARHE TR E R AN AR AT LT A
10, T REZ T AU Y b 2L T R 3 20
FETCAS A R T 80 I B R k. 4 8k W 3% e I ft
1 S AT I (v R N AR 0 BB i A Y iR NS
6d AT LAE Bl S B E/b L LS HCO, S0 i E
FH OGBS S 5 e B, T A DG OC R W W 09 A T R
A T A 0 4 i A DL 4 Bl — A Ak o DT 384 5
KIZH HCO; W& &5 55— L. HCO; Ml T AEHIR

Yy b A 5 4 0 B AR CER AR B 45, 2003 5 6 6 8 45
2010), MW FKE P T HB.ZAKRE . H
pH Z50F T BB My 3% Th0 I B AR T i A L Bk S AR W)
AR R A B VHC O, S84 W 1A ) T
DURRY) b 1) BT A2 BTt A M T K

4 Hig

A SCH A T ARG SR A R — K — v M
SR ) 1T 0 R KR R 1 A R A A L K Ak 2 Ak
FRAE 52 M B B R R A K S b Bk Ak~ 5k B L BT 3R
B . (1) AR SR AR AU 2 45 A A5 R 1E L 7K [a] A
[ X2 I X, 4 R oK g s i 218 b a3,
IT X2 TIT DX, Bl 7K o 3 o U sl 39 s i TO1 IX
J2 LM R K A 4 A X, 3 1)L i R K R Ay
M T2 S KZE  HF KRB 3 B AETE 4 43 5
110, A UL A LA D TR TO, & &Y
FHE R N AL S5 (2) MK Ak 2 R AE A
phreeqe Hiu Bk fb 27 S5 ) #5540 285 S W A5 L TR b R K
i I) S i K A LA B R A L R K R 1)
A ) TV AR R PR LI B R TR T ) R R s (3D &R B )
B2 B, 76 Hb R oKk, DUBLES O 32 0 W AE R 285 A
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