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Abstract

Current inventories of mercury (Hg) emissions show that coal combustion and solid
waste incineration account for more than half of the total emissions. Aside from intake
of fish that has long been considered as the primary route for human and wildlife
exposure to methylmercury (MeHg), recent studies have reported high levels of MeHg
in the seed of rice grown in the vicinity of anthropogenic Hg emission sources,
suggesting that ingestion of rice may be another important human exposure to MeHg.
As a result, it is important to conduct thorough investigation of this exposure pathway
by examining why rice paddies are conductive for Hg methylation, and also how
additional inputs of Hg resulted from the combustion of municipal solid waste (MSW)
may lead to the potential uptake and accumulation of Hg and MeHg in rice plants.

Four paddy sites were chosen within the agricultural land in the vicinity of the
Beitou MSW incinerator. During the sampling trips, topsoil, surface water and roo-soil
cores were collected using ultra-clean sampling techniques in order to measure Hg
levels in the parts-per-trillion range. Great care was also taken in laboratory processing
to minimize external contamination. In addition to Hg and MeHg analysis, ancillary
geochemical and microbiological parameters including pore water/sediment sulfide and
iron concentrations were measured to probe potential factors that may control the
bioavailability of inorganic Hg and the dominant Hg-methylating microbial species.
Results show that concentrations of total Hg and MeHg in roo-soil, porewater as well as
rice grains collected from 4 rice paddy sites were in the range of background levels
reported from other researchers and below the regulations for soil and edible rice,
suggesting that this agricultural area near the Beitou incinerator is not polluted by Hg
and the air control device employed in the incinerator has been efficient for control Hg
emission. Geochemical and microbial analyses indicated that sulfate-reducing bacteria
might be the principal anaerobic microbes for in situ MeHg formation in this root-soil
area. In addition, geochemical conditions showed potential to enhance Hg methylation
if elevated Hg inputs occurred. Data from MeHg chemical speciation experiments
showed that complexation between MeHg and ligands might influence uptake of MeHg
in rice.
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RS SRR S F Y T I SRR T LER L STy PR Ty
A& 5P B L o 4 8 (Bloom, 1992; Kraepiel etal., 2003) o fk @ » E & -
PAA ARG BT R 2 A R Y AR R o A B kMY eney
PR LR RS IR RS K R e
B IEEERGMAE - 7 Fd i A3 5 B d R kg FFESTESSD
PHFWF ookt e BIRRE REOEFE 2 AR AT A hy B
F 3 p (St. Louis et al.,, 1994, 1996; Kelly et al., 1997; Heyes et al., 2000;
Marvin-DiPasquale et al., 2003) @ &4 2 4 £ F &8 Fp FIH BB F PR ¥4
FER O EEA e R kg o kfee B )]Hiq*“ &+ Hyt (Molles Jr., 2010) - =




Rl VS TEPY LR S VYL A -V cE S I I8 LEAR G S L 1L

Fl 5 4ot o ok fen (X H EM fee ) ARG kT A a4 %”ii—iah(Qiu et al.,

2008) - ¥ F + > “,ﬁt K ,én# (FuE A ap Bhs)foapaiEas e R 5 £ A8

fe® 4 #4537 Ak a2 T b (Kraepiel et al., 2003; Feng et aI., 2008; Li et

al., 2010)> T H A= T3 g N B A S APRIT et REP A TR R 7

% 7 # (Feng et al., 2008; Li et al., 2008; Qiu et al., 2008; Li et al., 2010; Meng et al.,

2011; Sevik etal., 2011) w5 77 F A4 TR S A7 f .5 - A A B I " Ak L
& 3£ j< (Barrett, 2010; Meng et al., 2010; Zhang et al., 2010ab) -

2

Btk oL s 37 5 vk % 4 fend & (Lietal, 2010) o B 2R K
PR N R o RENENE R TR A O W R R AR
arak R en@ 25 e 8 19 M1 (Rothenberg et al., 2011a) - ngv?tb RPN ARITAE T g e
kfge 2R TR A ZERT LR EAR ARG PEALT AR A
ey > M2 gP A Fe T EO@EPH iR F3FRE-HhREE
Py e

=i

/|

N

Emissions from Combustion Sources Atmospheric Transport

o . . Oxidation
Hg 0.5 - 2.0 year Residence Time o ,
=—-Hg (0, H:0;, CL)+ H:0=> Hz(

/ ) '
~ 1
20-50% 10-20% » i

Hg® Hg’ “ I
Hg([l) Dry Wet
~. Deposition Deposition
Local/Regional ' 1
Deposition . v
(Wet & Dry) "

75-85%
Hg(Ih

I
1
! Hg'+ (033 H202)+ H,0 = Hg(I)

L Partial Reduction' T
Hg(I1)+S052+H,0 -> Hg’
1

Partial Reduction T
Hg(IN+S0;2+H,0 - Hg" N

1

1

Coal MSW 3 ; Hg(Il) .

f Combustion f Incineration % Throughfall .
Hg® Hg(II) Emission/Transport = = = = Deposition

B 11 A& f %R % erflcfot § §(Carpi, 1997)




- % P H g p o

12 3+3#+ 8
121 RuExk g vk

A F 2 H5l it T XA E L TIBL > A2 TP B0 &£ enp AR EAE
TR T EmFL s L e A REDER AR TR AL
RABGTAHEAFESE S ED E L PR gH R REIE SR g
(Abelson, 1970) - p ﬂ\fk EAE S e P AR Y 3V - BEBOTIA L
it aeand® ¥ X3 AR FEP 3 0% x(Bakiretal,, 1973) o & T i S P AT
AXNEBTHAMERAREEL KL > 2 d 37 LA L 7L HGfeis
Brffeig 4 » 8 A §3Fn|E 23 28T Y s 2 % ¥ i ?i#F?(Sweet and
Zelikoff, 2001) o @ gt ¥ i+ 2 & (7 A PR 3 I E R e it 0 EAD
AP ATR T AR A T e L E g e

BEAR X P AR B R R A AR Lol LB B T o R p B T
3 3 A B(UNEP, 2002; Friedli et al., 2007, Wiedinmyer and Friedli, 2007) » 2 g 1
FE AR LRI A PP iR Y A& R F LR A B
Wikt F) * ¢ 23k 75% (Mason et al., 1994; Fitzgerald et al., 1998;
Schuster et al., 2002) - AiTa & % ¢ > 4 Ewkp %D < 5§ ° R EREF
B b2 e 3 adgd “ér‘ﬁb 2 b AR RSP Ja T g I % (Heyvaert et al.,

2000; Schuster et al., 2002) - “* TR T R(P T AR RAR) H s AR
R R #%&mﬁﬂ%ﬁ £ A £ KL RO
B R e ¥ 3 8.7 % ek & £ (UNEP, 2008) - izt k% ¢ 0 hdk S L F i %
$r#13% % (air pollution control device, APCD) i ™ » B g “Eig P ek 3§ {ri
R AR FERAPME S 4 5 &Y APCD o PEOE TR T < § hk
FREADAE  BF F ORISR 2§ T AR A G Fix
~ enff % (Carpi, 1997) -

Gy AMARFY AL RGP NERNFARAE FRETH F EEF
2 ik % (Carpi, 1997) - ¥ prApld 2 R ERhE 1V E e 7 AR FMAR S RER
22l AR f*‘]ﬁi&%ﬁé?iﬁ A& E v A58 (o Hy()) o B IR e ek
1A% 4558 %t (T HgP) (Carpi, 1997; Fahlke and Bursik, 1995; Chang et al., 2000) -
Pzt 0BG RIS ﬂr’ﬂ MY et A A ¢ 5 10-20% % Hg®
fe 75-85% % Ho(ll) » F1ot > & - 2§ (s » AL HY(I)¥ i € 205 2R
il e ‘&;ﬁ“ﬂ T F R Wrgm\ STTE AR E D & o P oW ATATERT B
A Lgémr%fa I i iR T u/‘};"»ﬂ?fr FNEAED Kf%\m I S-SR
it 3 *£ %) 30-45%:97 (Chang et al., 2000) o M o dek T T F AT A &S
U F AR > A “ﬁ: F¥w 13 iE 95%(UN report
2008) - FF 0 B jE RS 2 pgl%‘/%\ﬁ) AT g AR B e B AR 10 0 Ao b GE




i gAsT ARG R

AEA I FRAST o 2R TSR I E Bt 2
> (Atkeson et al., 2005) - & F ] 7
e

Fwdere it R g P AR
wi”ﬂlMﬂﬁx@ﬁ%%ﬁﬁﬁ@’vBmﬁﬁwihvsiﬁ@ﬁ”
# i % (Sherman et al., 2011) -

B i HHE

240 Kbz #Ehifn
N R o 1 B B S o Kl

1.2.2 &3
A S R E X TR B %
i B2 ARRGMArHgp# & (s
XEI B H e SRR (T ITE e

1 % % (Gangull et al., 2000;

o

1ol L o G
# 14 (Schroeder and Munthe, 1998) » i
B ww AFB P HY() KR
B2 R ER WA BENE EBEHERICE
Suchanek et al., 2000; Conaway et al., 2003) - #x @ » % >t & WwHy(I)E 5 2k A
RpIMTER o X 8T AAF AR I AL P AP Ay @ﬁ_"*ﬂ/ﬁ%‘
Fa;!iéz;tmi ¢ (Gilmour and Henry, 1991; St. Louis et al., 1996; Branfireun et al., 1998;
Driscoll et al.,1998) - ﬂf PG ;;J::}F, g ot I R EaHg(I) e o AT AR
Hg(I) i & 5 { B i e f,l}nb ,EE%‘L(Harrls et al., 2007), Fa:p|&_d %4 f2 5 ek
i (aging) i@ 47 ¥ ip sk i £ B #ri¢ = (Deonarine and

2 oz A R N b
4 A5 = R A8 B ;.E,Bm
) e

Hsu-Kim, 2009) -
el H s & £ j;, 1‘% ’ i&’f\m,k}i‘,ﬁ_ﬂ_#}i’*’ ks f?fava- - % %
St ffieend i kAP R T RO R B F 2 r Wt S feE
o |~‘?'" ’

2 + MR
H b s tgip? A& 4 = g1 £ (Benoit et al., 2003; Kelly et al., 1995) - # ] %
FARFBOERBRFHIFE TR 0 T
5 2w

T PE
4w

)‘

2

1865%]1957 & & £ & 4¢ -+ enClear Lakei= -k 4 2
PR AE2ERRARERERB TTLE R (Flemlng et al.,2006) - Suchanek % + % %,
L35BHREY BPlEF HFSF Y PRAERT ARER  FREXDERAF

TS AT IR A EFYPARIIER A ORR BB TR P T ARG A
VK] jil‘/%fi »— B /}51/;4‘ o R &E‘]\’Ef%’f” ¢oen? E—'_\%\"’ “ﬁ%&&@ﬁlﬁ%/&m,ﬁ\ (T

LER S - BRI R o
AR E A R A ) > 7 AR e S0 b e F RS 4 A B e 0 4

g
MRAERTT AARERZFZ LG w7 caiphiid o
St. LouisfrH & % (1994) ’L4ﬂ§; 7 e et > ‘;M‘%?;@: TP ARG E TR
BB IR 2 " AR OE R - 43 b (high land)s A5 % 3 26~797% o d A H F Ak L
“%i*"imwwﬁﬁﬁ’ﬂwﬁﬁwmpﬂ%ﬂi“%”imﬁ“ L& % 7]
‘frm,_w_}}fifr"g 7 % f’* W x o Hurley
& - -9

BB FF R ¢ R MapHE
RS HEFN39E A 2 ap it kT A4 2R (R E

¢ 4 (1995) & % B

FfriB s [ 54R) > 5
AAE R 2 OB [ BetRE B iBF o gtk o 4o W E
¥ 5 2 18504E 2 e Mg £ BTF ¢ % A i 4 0 Marvin-DiPasquale & 4 v+ $23
BRYCRBICIB R FP 7 A0/ 7 A2 W@ e F2 7 A5

=4

= 2T B F H39i0E
FRTAAZ AETEREFORF VL HERIAPY > P B F DT
%% % % 1 (San Pablo Bay, CA)




- % P H g p o

(Marvm DiPasquale et al., 2003) - &, % k3 » & m*IﬁLﬁ”“im" P
ARAFILBRE DEEH S A A ARy A Y
\/‘ m_‘fr'}?;‘”]‘&&mfg#ﬂl——}f%”?g%lbmﬂ Y et P 8 Fend LRB -

B 2250 0 P T R LT A TRAAER B4R R kR
5

123 Aeni- B e S s 2 20 Lk el

PR Sk AR R g B - BT TR
chhd 4 %)% B 2% s 7 41 * 4 (bioavailability) (Benoit et al., 2003; Ullrich et al.,
2001) - p v e drP v Bk RS AT A iEY AR D AR BAER R
(sulfate-reducing bacteria, SBR)+#tig = (Compeau and Bartha, 1985; Gilmour et al.,
1992) > il i & ZRE BF A T b AEF ERE A DER o 2 B
& & F)(iron-reducing bacteria, FeRB)» #rrit a & & & ® A it F(Warner et al,
2003; Fleming et al., 2006; Kerin et al., 2006; Mitchell and Gilmour, 2008) o iT #p =75
T FREPPRE FRES T DHFLSEP DT A SFHLF AL T AAD
it 4 (Hamelinetal,, 2011) > st s iicd dr e RT3 304k 49 > @ @40 2 3E 5 2
A F AP T A & k2 - (Sakai et al.,2007) o & F e S ERAR S TRB P
AERPT AR SF LHPERIHEN L PERORE FEat S Al ERRY
B HRF PR ADERAER LI PRF D AADRFIG PR A&7
L F) 5 2berg SORB ~ FeRBE 7 %4 & 3tal s A 7 A1 o Fpt o bz g
Bed 43 ken® itz ppHE & By Ama o mARG FEz(Linetal, 2011) -

B A AR R E A R - R A F] R ok
d3p @l FREL G Eand fivH (Wlatrowskl et al.,, 2006) » F|yt ¥ 7 &
FWe AL L A2 3 Lt FH B0 0 G RAEJHACER T A
B dnfe o Fl o ek AR L4 T RILs H 8 Ay T & "(Barkay et al., 1997,
Benoit et al., 2001; Jay et al., 2002; Benoit et al., 2003; Najera et al., 2005; Lin and Jay,
2007) o & @ AR B ASL GRAE L F o B A FRIOR R F %7 b % (Morel and
Hering, 1993; Stumm and Morgan, 1996) - % /ik¥ ~ 7 %k @.F ity H AR
BT 0 AL R § UHYS g S B T B @ B R -RRAE £ b B SR I 2
FooHT AT A2 g R AR AR 2 517 i 48 (Jay etal., 2002;
Benoit et al., 2003; Lin and Jay, 2007) o y* ¢t » 9 2% % cid S 7~ Bk n? i A F
it AR R T (HYS) A7 £ # Fen(Jay et al., 2002) » i & 5 pni o fhk & &
¥ 3 R ehk l—ft’;?ﬁ;frv:}j% Foe o oA §_- 3 «n(Paquette and Helz, 1997; Jay
et al., 2000) -

m‘f’* el ﬁ%ﬂ (NOM) P“‘rmm? e Jmﬂ* #%ftltﬁv‘#ﬂ/m‘@‘




Rl VS TEPY LR S VYL A -V cE S I I8 LEAR G S L 1L

EET O f TR R x% & (Hammerschmidt et al., 2004) = %@ » A& 4 4]
* R ENOMz fr*7 (8% & 2 3 K> R eh? AA{-NOM2 B chfp 3 18 % 77 3 R 4%

JBL%(Schaefer and Morel, 2009; Gilmour et al., 2011; Schaefer et al., 2011) - & # 4- i@ >
HgfrNOMz. %2 3 &% St @8 an (v 4 2 A chi® % d 3R B it d chi o 4 ik
L NOMR -4 & % ch3g (Schaefer and Morel, 2009) » P 7 $30% kaipn it B &
24 FRARE RET

124 fem 29 320k 0 2 fied

%,

PR enfen A F ERT £ - AFIRFHT IR FERARIT =
E P ka4 & L 3 5 R(Sakaietal, 2007) o ® defe - anfdfe 4 20 few Ak
ARz BERFOEPS BRI FEOLB ST A5 2R F AT )
Fri Bl % & (JE4e b e = Y1 mmehs F#) (Liesack et al., 2000) 2 ] d 4338 ¢ &
B st gEOKTEF s R o BRI RF KA P B RN
PRt o A R G R B TR hpl A 5§ PR o B A
o s s (Tiam e SRR REERE Y o BT F FRE LR
» ’Jw?ii’“ vigm Al - B F kB AL ® & (Madigan et al., 2002) -

FFEFONEI-REZAG T OVAERERE P HTrRRBRREAE S
%43 (Scheld and Stubner, 2001) - & — B2 &)k E H 5 T (24432 2 ¢ ) Stubner
etal. (1998)~ 3 7|8 1 A B Ay CwpFhFato Py FRIFIES B L 5
W F AE o ke o Windetal. (1999) 87 3+ dp ISRB itk Al4F § BB (oK
f&w > unexpected)fr v B 1 H(RRE > expected)Bh IR o Jt ot o FEIEE T 2 AR AR
AR kﬁﬁﬁ**#X@Vp%ﬁﬁhﬂmﬁﬁ%%ﬁmﬁﬂﬂﬁ # I H kg
FMPFERS N 207408 > BB EAZ IR AR N SF F AT 4 A D
(Wind and Conrad, 1995) - pt ¢t E e FIAPE B R RS At G0~1.5mm
PEER 0 PRSP § F b7 % P(Wind and Conrad,1997) = b if fLip] £ S5 4008
HR O ETmRRFE SIS AUE S Y P g Feon 4y
P PR AFG AP o PSR R S ETE G
AP ARB Y Mt i & end E 2 34 (Costerton et al., 1995) -

BRE chi 2T F F v 1 BAPSR ARG FEROEE o F A A9
Hie PRI R iy PRTRER AL SR TABRASEOL L > T L 5
%?%$ﬁﬁ§ﬁ&ﬁﬁﬂﬁﬁ“°ﬁﬁ\mﬂ%¢§ﬂ%@ﬁmﬂ#mﬁa,
@@Wfiw\z%?ﬁmﬁﬂi%ﬁgé,%ﬁ¢%ﬁ1m§w’@ﬁﬁ%ﬁ

Eoend $A1 % 3 nps @R R F(Benoitetal. 1999) o Flpt 0 R RE fodF § Hcd S &
TR B T o YT IR AET 2N 6 F LR T ARA T b
BB R FY BRI AR F R 0 A AfE T REOE & e b R




- % P H g p o

% (Sakai et al., 2007) -

125 kfed h? Ak 5§

O A RRE G < AL EEHES A
FIP A& o Ra o YAy BT HR L
ARBIT AL EAET - BRI AT LA A Pk fikic 2 - (Barrett,
2010) » 7 AA Bokdn kY Hd P R o foon ) TS Y B S g
“rig & ehT 309 A& 4 4 % 73 (bioaccumulation factors, BAFs)#% i£10°5
(USEPA, 2001) » a1t 2. T » A3 A T & A £33 4 F ¢ 454 04 o B4 F15 o
UG s IRTRIE eniE X 5 0.711 502 FF (Zhang et al., 2010b) o & 2R A5 F
B dd n? AARAT i g1 d M7 chg & Repfl > nd v A & p
Bl & Y L Prul L - W G R R 0 kR BT
P AARBHET T LR

folk 2 G B EHERFTF AP T 2GS § ¢ KT H Jf‘ﬁ i %ﬁrjfu&r}%
- E REY AR FERE PR DwEL e ?75‘« P gd =87 50
BAACRE N AL Y R s W F TS e F BHY ) ol B E & o ek
#fo# " (Lindberg et al., 1979) » ¥ & ¢ % % feHgl & R85 34 148 F ¢
JE ¥ (Rea et al., 2002; Ericksen et aI 2003) » @ {30 e ARG AfE w1 0 &
£ofF)e jﬁHgm@@?} 7 % ¥ oof sz (Lindberg et al., 1979; Cavallini et al., 1999;
Feng et al., 2008) » 5 7 % 4 3 ~ {IRfrf@F+ p PR A Z BRI ML KA > W
ey Ak gV L;@.bﬁﬂ;muﬂz v@m A AT L F R AR e 2 @i%‘]%ﬂ
" A& o Schwesig{rKrebs(2003) 4] #* Fr >4 thze & X fc? LA &4 431
# (Vaccinium myrtillus ~ Deschampsia flexuosa ~ Calamagrostis villosa) » # . H ¢ &
B f@tEde ¢ (FE— o) ¢k D Vaccinium myrtillus) ® AR fede g Foens A A IR A kA
AN o gt @gzg]z et 8% o Bishop 4 (1998)~ # M1 3Afo® A& M4 ik
%‘r?"@ﬁﬁl P20 G R e PR TS T T AR e SR T P AR RO & 1}“%1 )
AT g L F A EIINE R K'f;é_‘* P e 2P T ARG R AT
CRGE I R F = 2k @n‘v RAPRBZINL " A& o

AT #ﬂ mﬁﬁ 4 W'?‘ W T m’]\fﬁl’\ 2l ﬁ":‘\ 78 TimE ¥ 3144 ng/g
(Mengetal., 2011) » iz %t =+ S ok 2 B GEF & PBA558 5 A) @ F 1ot
20 ng/g (Feng et al., 2008; Li et al., 2010; Zhang et al., 2010; Rothenberg et al., 2011ab)
A AR P RN T R R R g AR IR R 126690 0 BT Bl B R Tk
ke KA RS LT AR e V- T RRET B H AREHEY T A
RN BAFE AKSEL Y DT RAADEFEFOM G 22 d g e A
#ok e (BAE Y 2 RAERBB)IrE B hE P (FIERE friE ) Y A&

o



WA B B R e SRR G PR AT ARG R

RN FEF e AT A BN G Akl Rgjz(Lietal, 2008) -
+“:}7§¢¢‘= 3 oF I fsE T iR £ 620 g rice/dayfe-L 3248 £ 60 kger ks & it &
I FEk T g 27 LA aniEd B & p A7 LA #EP-E > Rothenberg % 4
IR F AL PR AE P ARG T ARRR AN R REATT U
& 54-USEPA70.1 ~ JECFA:0.23 ~ FSC:0.29 ~ 12 2 ATSDR 0.3 (Rothenberg
etal,2011la) - I E A EFTEFTAPRB T AA TR EFHE I EFA N B HA
B REGRIRT 5 R T R AR o P AR P WE G BEART AAT
Favdpdifen 2 25 7 A& Sy B

,L

‘m

EEAR T Vi MA G RS T A R A R ek o
LTy Be F 42 - ARG VL) ¥ 48 - 2R3N A fal 3¢ 3
rmm&ﬁ“%%w%’%J%ﬁ#"%m’u£~@aémwﬂ#fAﬁ
mmﬂtz’u‘%(%—”’fﬁ oo o) BT F AR OREEHALT 0 8 F 455
wE2F LB AAEBY L H k% (Rothenberg etal., 2011a) -

°F

Y
<

'—L- i< \\‘:;_
= ==k

133 % B en

AL a BFEMFL AR RY Floofen 2EAERP T LA S X8R
N 4] o R E R AT AR IfET RS AT a0 R R IR
WREFHRZTOER > 0 EFER N FEEALEY B AET AP ER o T
fie fE iR A }\7&7“ R LS R B ol B b S b S
DR R e (DD BHRPN ALY RARR P FEBEAF R 0 0E ¢
B fen 2 g ok AT AT hdp B ek TR TS S (2R AT T
AT B e S e TR R T AP

»
»

A3 ERE
A

e NS T AR S Lotk SR
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2.1 Hpds it

AP EAE T AR R T R BT AR ok P R (T A
B THERR) MPRRERF BRI CRAHRR E P R R ”ﬁ#é’ R
TR B (e R 21 4 MERNA) - B3 i R A BT Ak
EH R AR KR) S B EIEGE ) R R e ) ko
ho ] 2-1 5T o

&
2
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2
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W 2-1 B RY FrF

A R *&*ﬁ“%@ﬂﬁT&& ¥ T IR A K okt
R HAET BB LS KR RIET - TR NG ER Y




DAY FORALT BRI FR SRS S T F e P MR AR R

'%%%%%ﬁﬁﬁMWQZQ?“*Mﬁ w b B AREREIAR § T (RN 1-2
22) HEG R AN G o site-1 1 121°30'97/25°6'20” ~ site-2 © 121°30'48"/25°6'1" ~
site-3 : 121°30 20"/25°6'30" ~ site-4 : 121°30'16" /25°6'43" (4= ] 2-2 #1777 ) -

(E
Site #\ % i

Bl 2-2 2 BEHRERF PR

22 HFHRAFE 2

T R T LRt DR e R N FERET R R PL R EFE
ﬁ%%a@%%ﬁkﬁﬁﬁﬁ&m%kﬁ%gmygﬁﬁ%gogn@@gwﬁ
AT A HFP B S EHF R S ER 2 PR AR EHRET
APtHp A e L oF 7T 4 B4pi 7 2 ﬁb’i”kﬁﬁ’q‘%% B4R 2013 &£ 3 7 22
pAER T osite-lfosite-2 FIMP L H - PSR L - B (P FORSITARL
FrE AT E S B R A et RASTEN A PR LIRS 0 B
* SRR EENBD ¥ Bﬂ‘%}ﬁ‘.m"g:}a:%z\ 53 R(9EER £ 0~2 24 %)2013 £ 4
P25 p itk R e B R L‘»E% SARITA EppEen? o pRt e § P
Brend £ (B 2-3) st ki £ 5 2~ & 6 ok 2 2 g5 3 3 (soil cores > ) 2-4) -
2013 # 57 31 p A A B LEFETLY BE RIFE DY R
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33
I

$ Ep G ES

W R FPHERY RE k92 AR EE AR 2 fodb o
2013 & 77 16 p it {7 #w SRR B ML EAEE © Bt BAR G Hplc T4
F = 3 35—%«&i'frfvﬁtf$i EHEEFI LT AT BFAET P RFLED AR

B SHOERET A4 0 B8 2013 29 3pEFAHT IEREK o MESE
ST R B B H R AR Y fST R AL AT R ER o B AR
Pfeihg 1 TR TR 1S 0 EASITIIRE IS P N T AR i H AT

:)’;'._
AR o LAEEHELR 2 Ao kiogEsd E o

W 2-3 RAfLIE2 EHA(4 1 25p)

SOV ERIFER Appt FROAF R E 12 0 WAHE SR RF L
PRt = Tagi ) (ultra-clean)## 1 #4(Gill and Fitzgerald, 1985; USEPA
1996) « & T B FH X 9 h IxL mP P o 2 RS pRiE B (9
330 )Ry I Bl BT EE L B AR IURE o & B KRR &SR]
PR nges B 4 LR T B oFR R R ehik 542 double bag & ot B 2 3
BATLFET ACT A3 PN EY KT - AT o

BEFrFHRTECIPERAITIE D N7 7 e hm JE o &2 KB AT
ERF TP BT TR AR DS KR AR Y T A A R
Pep AT 3 2R AN IVURE R AL o BT L RSOk P B S
oo I e RRiRE YN 7 B INGE 5 S a TR 2/;;%@*7%(%&3%; ¥
AGBE > FI RAT R B et B R ) (R T RRY 2 2R A £ d 3R
AR E D e ST E B o @ #1404 3] * e #5(10000 rpm, 25 min, 20°C)
BIVHoRk AR s LI 022 pmI SRR BRRRERES A KSR R TS
B iaT i & R o BRS¢ FEA G RPeI BORIA o SRR T AR S 1R
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AL FIRfET 23R (TR R B I F e R R BT A G

Kiamd bt 2R i5 A £ 20 ml 4o 40 ml SiEpk iz ¢ FLP o T 4e ~ 0.5%
RY A% ek B L2 3 4°C (USEPA, 2001; USEPA, 2002) o A 45 45 e i # 4 B A 2%
DMk R o BT A EH AR AR Er PR 4 F G 4C
T oo AR R R s KRS AR FFRP SRS R A UE R
P ARE e AT RILT AR R SR e B D Pl 0] 2 54 D 4C
T oo A A T AR S Fednd B SIS A KT REESRSE Y 0 T
LR E-80°C Ty o AT BTN R ER A KD - gpeE Y o AT 4°C iR
Fo (M kKZ2IERETIES R AAREEMPp LA FnLTF L)

B 2-4 REGeS 2 HIHREFHC)EFFHRECE(T)
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FoF Ay B

2.3 ##H & ik

ASPTATRY DBE  FANFHFRI AR AR T oo 0 2
604 IN NaOH % 70°C T ize f & » [ % * 3 45 -k (DDI-H,0, 18.2 MQ)i* % =
Zof % INHCl & B fE % - $1% 2 35 -k (DDI-H0, 182 MQ)i# £ = = >
BERR FCis T R 4B 1%iE 7 T (USEPA, 1996) - i & 3 e % 4 (PVC # 1 -
N0 2AEDE S HE5 4R IN HCI» 2R & % 3 33 ke > p 2R
Fo A R AR RTR

» & Sigma-Aldrich ~ JT Baker §r Fluka. ¥ #_ACS
B PE O BFAR YY) XFEPE S RS A
AR o S Ar Ak enBE el > B jrE & (JT Baker)erpiig e g oo

=)

259 %A
251 & 445

1 & 4% EPA Method 1631 > 4 472 40T #7577 o FHEHK &0 #‘?Br#ﬁéﬁ"ifl? de
IS E wo s > ¥ 7 iE 95% 01 F o

(1) 2 A A 47

P 05~15¢ 2 0B & 403 54~ 8mlenik B 2 ml enpd it 7
Bt IR R ek A4 » 0.07NBrCl25ml &5 it (BrCl # 12 ¢ &
1 HG T B B O ACEETEEY JRAE) BHF - X 5 B Iml 5 4 ~ 0.2
ml hydoxylamine (#-i& £ ¢2% i & BrCl B v 7 b JAR R ehis ) » B 1 44 %
F VR R e ~ 3 B 4o ~ 0.5 ml 3 3B R &) SnCly »t purge and trap £k st
PR BARRS AFAI I ABEEH A B CVAFS &R B Rk
B oo Xd ¥ E {67 {8 3| ng Hgr/g soil -

(2) kiziv A5

P~if kR > F4e» 0.2 N BrCl (4e » #84% 5 0.05 %K e84 ) (kK ? L ¥
L ng+)§ brE e 0 3 IV {E R HRE A 74P 02 0 4~ 0.2 ml hydoxylamine *%
5o T2 1ml k52 0.5mlSnCly*+ purge and trap &% st@ #-= i AR R & ~
AT AKEFH A Bt 1" CVAFS RE BRI AER - 5d #E 5+
F] ng Hg+/L pore water -
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AL FRASY B I PR e TR SR AT ARG E L

(3) &k A A 47

#-0.5~15 g At 4k 50 1420 10ml ek Al fe s Jk Mk iR &0 P (R &R fe
dex 300 mEEAL T 700 ml ek pbpa? ) I3 BB 40 FF > 2 (85
#3095 °C YE 23 EREHRS T B Az Ry o FE zf L s den
002 NBrCl & 3 40 ml 2x ¥ &> 4 X g T 5 Al 2 5wt
FRAE . 3 it 18 > B~ L oml % 4 » 0.2 ml hydoxylamine (%i@ﬂ eng & BrCl
BRI BAERDNG) F1E R 'f_%i A ek et » R B4~ 0.5 mi
53 1% Jo # SnClp »t purge and trap <k se? - AR R A A F AL F AK R
Faf Bets f1* CVAFS R BRI ARR - S5d 3 X 167 # 3] ng Hgr/g rice

252 ® &AL

i & %% EPA Method 1630 » 4 473 /2 4 :

(1) 2 #Efofed v A& A4

AT R YR E WigHE BrooksRand F % % £ £ W # F A & 47 (US
Geological survey, USGS) #7224 % EJ2 42 B & 7 B & » & * LifitdF (CuSO,) i3 iR
2ih i 49 Er e (KBI/H,SOs) 3 it -7 AA I AT AN B3 r 2§79 %
(CI.CHy) ¥ o B fsi5iBF X P42 #3502 & 7 %2 (Cl,CHy) ¥ eh? A& 33k P
f8 17 A 47 o

TRALSATARR FARP 73 T ARTERLABFEIGE LT ORKRE £
7 Sew o Al 4 (sodium tetraethyl borate, NaBEt4) 3% & ® X E {72 it &
TR P ans Grgr o 2 At an® AL FAEFHEFE %ﬁ%‘*% -
Flisen® KA 5§ Wi+ Wi 78 7 (headspace) k3 & {7 4 17 - BrooksRand
1% Tenax Bt £ 4r BB i ® g4 M E > R o At ehk pfamrgl ¥
B F 40 F 3% ®(gas chromatography) o 4ot — kg # J1* GC & {74 s 3 > 58P
Teh? A AR 0CT #AEA A FA(HS) Ff > hibR® A RFFLLHR
(cold vapor atomic fluorescence spectrophotometer, CVAFS) z_# 4 #7

(2) 3 Bk 7 Ak AL

® % 2 2RIk T NIEAWS40.50B > 3t 4% 5 ¢ A )4 » 0.2 mL 2 20% KCI
/0.2% L-Cysteine ;3 ;% 2 0.5 mLOM HySO,4> -k ? 7 & & %4> A& pH Eis >

B BPOF BT SRz o Amitd (NaBEt4) i2f7e A F > A4
F ARG R F R F AN T Tenax Sofc g Hdf die £ BRI BIRF A AT
o ma g BRI (HO) EF 9 £ FF R+ ¥ % %3 %(cold vapor atomic

14
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fluorescence spectrometry, CVAFS):& (7 T_& 4 #7 °

253 3 WFAH

PP lg DT AT BE AT 105C B Rk s o £ g
FER AL E50C BB 2 P BT B A £ (W)~ +2
PHRE(W) ~ m+24 ) PSS E(Wa) 2 +2 % F TR S £ (Wa) » 93145
ﬁ%giﬂ&ﬁﬁ%@ﬂﬁ#?&OBMMmeMOEAWM1%&o

25.4 {34 #8(DOC)A 5

3 & % Method 5310B, APHA, 1998 » /3 &1+ 3 s~ 4572 2 407 Ak
BRI Fip i TR MR E ] 2 R AR - F R A A
FBIRF H3IMn# = F R (RIS )E IR G WBASRAL 0 F SO KRR &
¥R 022 um ik BB BB Fl F14#R00 ) 5 DOCe #rk i 4 0.5 ml
2 analytik jena multi N/C 2100 ik % 1 p| 73 f# 125 8 E(mg/L) °

o)

N

255 4L A7

4 & F %% Lovleyetal (1987) et & ;22 ima 4 > A45IE P 5 3 HBEILH K
SRR R B RBRR o AT AT

(1) 2 5 8 4

P~0.19 72 $% > 4 > 0.5ml 0.25 M Hydoxylamine + 0.25 M HCI ;3 % & {7 3 i+
2R R Lhro it g5 &k 0.1 ml 4 » 5ml eoferrozine % # 10 min > & {2
1 sk kg (£ 562 nm)ip H ek B (T Ak R o

(2) = HaBA

B01lgeht A > sex 05MIOSMHCI i v » £ &1 | pris > #
iﬁ‘ib‘*fidxﬁxt)é;;f:zOlml 5 ml ferrozine % # 10 min» B {8 4] & £k B3k
£ 562nm)p| H ek B 1F - HABER -

(3) ks ah A 47

B~ 0.5 ml -k % 4 » 5ml 0.25 M Hydoxylamine + 0.25 M HCI 3 % & 7 & R (L
%%ﬁ? BE)> #% 1hris 201 ml# &4 » 5mlferrozine & & 10 min » &
841 ok kg (G & 562 nm)ip| H e ok B 1T AR R R o

15



Rl VS TEPY LR S VYL A -V cE S I I8 LEAR G S L 1L

(8) k4= 44 7

P 0.Aml#fS(CEREER X F 0 BT A7 05MHCI ###)(L gﬁﬁgié
~ % 5 ml ferrozine :& (7 45 & & & 10 min > & (s 1 * & Lk & (4 £ 562 nm)ip| H
2 G T x%éﬁ,};}i

25.6 L H-RB R P L 4T
i & 4P Method 4500-S2-D (APHA 1998) » = j# 4rT:

ERRE niE 2T o B 75 ml kR &4 ~ e PE4e ~ 0.5 mL e amine-sulfuric fe
0.15 mL FeCI3 FrTEELEESE 3mn,#E 3 mn $ERSE e r 1.6 ml
(NH4)2HPO4 T % 3 min & B+ /_E_u’%’f | #* ke ’10’10)2”'( £ 662 nm)%g’ ’J\ﬁ:/{?‘f it 4’;’
/fg&}i °

2.5.7 g3 it 4= (acid-volatile sulfide, AVS) 4 45

AVS 2% 5 77 BREFAATE & $(e.0. FeS, ZnS, PbS, MnS)ﬁ:1 Bk
EET e R G T a(HS)r o A & 4/ Sarahetal., (2008)9,’*&/6‘91‘%@ ’
A5 E e T

B1~2g 2 HEBFE A F RE kFeE 2 40mILNHCEH  Lhro zrit 4 &
FAliif s ™ g HSo i v I+ Np§ (74870 f #%-HS st 2 40ml 2
F AP 4CE R (0.3 M fis e 4+0.12 fis e ) et 3L Mg 1 - 4F 4835 & ZnS 12 2

REFLAFT T EAFHAR G R ERTEDFLACFERE -

IRLES

258 B okmp B A5

Eﬂ

P h%iﬂ‘rﬁ'k%zﬁé‘z}i/ﬂ{'-@5&%3&’*%#’?12‘/? ’l%)*"’f”fgéﬁ—:"?’]‘lé\
lonPac AS9-HC , AG9-HC, 4mm ~ # %% 5 9 mM Na,COs ~ i 2 1.0 ml/min m

SRR S 25 L oo WS KT ROTR @ iR BB T AT d B Br i 5
ke B R KR Y Frfa B kR e

2.6 k2 P Bk

16
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%mm“”ﬁ? LG REBARR AT ARG 0 L0 EP AP TR R
1 ks @afﬁéﬁ%ﬁ?s:&B%w’ﬁwgﬁézw&ﬁmi%é
BAEER 1% R PR AR I GAEER S Y L ST R
A rHFEAPrT RO KIS Ep.\;f‘ai:l_:}"fei”ﬁ io R-FR L T 1?5?’]?—] @1?5?]?—]
fe? AR A N OERL 0 AP g R ) R TR 0 T AT PR

T I TR E R ST LR SR T TR
PE T VI
FHFnlRAZTIa 4 E7HEF AR A R KLP

BEF ABFR DI d gL 2 e R IIE R E R F(SRB) - 488 R
Fw&ﬁ"%ﬁﬁﬁiﬁﬁ FoRAT A 4 0 FRE BHRREF I L
; B S LG RAEF R T R FART RRTRF R

1. 20mL 32 % R (e ®l = A 40T itt)

2. 5%k a2 i

4, T+ &K JFT » & SRB 3% 4 ; Tﬁ 0.1 ml 2 M Na,SO4’FeRB 3% 4 R J‘J:’J? 4r 0.8 ml 0.3
M ferrihydrite - @ * = FR|¥ 41% & » 7 CO, 3 IFL + &KX F -

5. @ » 95% N, +5%CO, SF’?*I' FE ¥ Y RRE

I REGRBETHA - BP0 B AT T AR

Fits - B e % mﬂﬁ{@ R S U

d 8- BB ED R o d B oo BGUERIE Bt R E
7 #-SRB-FeRB Z 7 ) k B4t e 4 7 dm ko AT I R R S ER T A B
FUU H 2 A RH A PR - i AR S ehd R R AR 0 T b r @B
ForE v A E T AT it 4 2N 2 SRB ¥ FeRB ¢

)

Bt r»\‘”* i o /'%LJ’E

17



AAM R FR T B A R SRR R TS PP AAE T AR

1. %% 20ml
2. SOMIAH 2 ¥ - REF P FALP 02 R(F BULAEM)

7 20ml 3 &

pF, FUEQEM) o FERM) S A EEM) L 4~ 0Aml E %

4. 4% %S0, =1 mM Na,SO, (SRB) » Fe*"= 10 mM (fumarate) (FeRB) > N

80% + CO, 20% (= § AT % 4

u )*"‘E:]ma_'—}“al’-‘{-
5. F#gijde 10 pg/l tm &

R L R A

fo end 3 o

4 2-1 et Poampesk kared (1L, pH=6.8-72):

)

R R S R ST W Sl SEa

&4 7 g
NaCl 1g
MgCl,-6H,0 0449
CaCl,-2H,0 0.1g
NH,CI 0.25¢
KH,PO,4 0.2
KCI 05¢g
Buffer (NaHCO53) 15 ml
Cystine (conc. 600 ppm) 5mil
Molybdate (conc. 80 ppm) 5ml
Trace element 1ml
HCI (12N) 8.021 ml
FeCl,-4H,0 1500 mg
H3BOs3 30 mg
MnS0O,4.H,0 190 mg
NiCl,-6H,0 24 mg
CuCl,-2H,0 2 mg
ZnSQO,4-7H,0 143.517 mg
Vitamine(10x) 0.5ml
D-Ca-pantothenate 5mg

18
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p-Aminobenzoic acid 590
Liponic acid 5mg
Folic acid 2mg
Pyridoxine-HCI 10 mg
Riboflavin 5mg
Nicotinic acid 5mg
vitamin B12 0.1 mg
Biotin 2 mg

Thiamine-HCI-2H,0 5mg

Selenite(10x) 0.1 ml
Na,SeO;-5H,0 3 mg
Na,WOQO,-2H,0 4 mg
NaOH 059

2.7 fei i spHoR%

SRR S Aok i A AT AT R g R ARk i R
pEEGST AAET ¢RI RET L -

27113 2%k

TR CERE R ek LA £ 58
LI S R A S E AR S R RS Sy
T g Y o AP FHEEER AEET AR D] ki %
B L 2T RAK L Eo

212 R HeA 1t

FL.50mL dee g BB %)%"’* Wi~ fssk - E& TR TR R R(1
oo A A ) ~ & 140 (NaCl) ~ 2wt (L-Cysteine) ~ & 7= (L-Leucine) ~ 3-=p&
(L-Methionine) ~ 2%+ ~ ¥ it  (Glutathione oxidized from free acid*grade I1) ~ /& &
fa(Humic acid) ~ # i+ ® 2 & & 2% ;% (Methylmercury chloride) -

19



AEA G Bk e MR R SR R P S B AT LA R

2.7.3 % Fpin A
BT SRR E AR R B -

FF A AR B APE LR PRBELE FOR G BLE T
Feom g A ARH Rl AR o B 4 0.32mL 7 fEf 0.08 mL
499 P 5 d & 8 DIk R B 2 20mL F ¢ > e 24hrs o i5 L 1% 7 §iE DI -k

RERLETE S G

422 feitER R X RRE

HRAR tEF P2 (@/L)
N NH.CI 0.076
NaNO; 0.12
P NaH,PO,4 0.044
K2SO4 0.0893
Ca CaCl, 0.111
Mg MgSQO;, - 7H,0 0.405
Mn MgCl, - 6H,0 1.5 i
Mo (NH,)sM07024 - 4H,0 0.074
B H3BO; 0.934
Zn ZnS0O, - TH,0 0.036 . RA 25 ml enjk A
Cu CuSO, -5H,0 0.031 pe P 2 E 3 500
Fe FeCl; - 6H,0 77 ml > £ B~ 1.25 ml
Citric acid (monohydrate) 12.9 _J

AR Hc fLiiB 50 mL At e BIFHE TS Ko 2 R R R R
15mL 8 RS FEREFR FOd T Rz~ FEFH LI

bv 5 PR A c EFN- 1A X 0 AT T BB BT AX
3 g#%év’ﬂ;f]:%c » T h A — %#;‘f]:%c:sf] 5mL =32 %% > i%éa‘r%:‘a BT g
‘o H A3l Fiah e » ) 5ENM en® A AR 2 (58 B 4 NaCl: 1g/L~10 g/L
= £ 4f ; Cysteine: 10 nM ~ 100 nM = £ 4§ ; Leucine: 10 nM ~ 100 nM = £ 4§ ;
Methionine: 10 nM ~ 100 nM = £ 47 ; Glutathione: 10 nM ~ 100 nM = € 47 ; Humic
acid: 10 ppm ~ 100 ppm = £4f > F - I A I FRR - fHFA LA ¥ LS RH
T RLGIHEFTELSEET AL AT o

I F — 3

o

% ¢
% |
=
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$-% i BERE S

¥R ARFERASE

AT D AR R TRRE SRR & ALY B BAREFHRFL
MR R) ﬂfg#ﬂ' B 7 FRBERADRA T AARAR > 7 TL P RFEA LT
o FrARAESSY GAZ B a1l f{E wE - Brnea? AR kR
# /27 I (Horvat etal., 2003; Feng et al., 2008; Zhang et al., 2010b) = & ¢~ » & 4 "3
B0 Tigl e R AANAR ST RAKFRIT? S W, {58 B3k (Zhang et al,
2010)> @ #+ PEs & P 4RBRR i - E SRS AT &4 7 3 hil i i R (Barrett,
2010) « {5 eFFT § HFES HR AW A NFHEP T AR B BB P f i 9
#EaD N AAEE - Faoriphf(Fengetal., 2008) - ¥ - EFLE I F
R AR A AR O H R N (ke s B B )0 T AR PR 4 A
(Mengetal., 2010) » @ % fssk 8- Heh@ g hH v v e 7 258 @ F X e
BE ISR FRABELMPN DT ARE VNP g RO Y
10~100 2 (Qiu et al., 2008) ; # eyt » 7 A AP @A S AP 2 T o fek 7 A
A % F %5 TS (BAFS)9 5 & 4 & 800 ~ 40,000 i (Zhang et al., 2010h) o i i
TRE P T RS R el i ¥ 0 T HRP-F T AR 7 B ehfeol M
e HREER R e

AR N BB AACT RA S B R o @] ARRE B TR L TR
FOLE ST (DEAES A G L A RE ~ R EA) 0 2k
ARG AP 2B Aol B KA - > TR Ao > RV IIEPN E
%&ﬁ; CEF PR AR A etk w0 L £& 04 4 (Menget

l.,2012); ()@ #4307 AKX ki KfRfEd 2 L F &P &4 INE L Y oD
U AL 0 f i (translocate) Fl3 A b injg RN o Ao B el o A fS § fEK B AR
PoB s St ARRR § l@ﬁi%li'lé)’iﬂ‘fi“‘ TE BRI e ERINAT G e
T AR R AR A L ke 2bd 0 (Mengetal, 2011) o i ¥ i T Ak ik
PASAFSE 10 B RIS E R e fE s e s iae T AR
hA A R R EAEA P T RE BRSO B A ANA S
F(MSW) et g 5 e ¥ A end R @3chz - > 2 (i)kB e 7 AAdmAd 1 g
AFPRE et frend a2 5 A BRI HA R BMARS AL R Y
Blevkfen R @RS HFHRA G 50 B2 RN EE FER P RAET AR D
FRRL o w SE T AR g Mk TR B Red RS KR R E DR
AR S AR SR DA Y e G i&i’rﬁﬁaﬁ%‘b PR DR AR S ITHE
Been® H AL E B ’—J‘ RSk T OER D afge 2 ¢ an? AR S fr’;ftal‘t‘
" 5&&%&&&%#*?3 BIVHokY R BAHT AR A X ol e
Prat et F A PR RSB AN R P AR M B e o
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31 g0 12 KR RARTRAAGTE

A ehw B R ET S EHE (S W 5 2013/3/22 ~ 4/25 ~ 5/31 ~ 7/16 ~ 9/3) A 44
AR e 3 HEFH AT 02 24 )R E I HEG £ 0T 10-15 DA EYME 3
Mok ® i A (Hgn) 7 & A (MeHg) sk & BT he & 3-1 9657 » “F Hcdf 5“4
%2 THE o d AT EFTARIT LI AEIT LY > B mRE L AR
F 0 kehg £F 7 426 600 ng g (T 0.6 ppm) o gt ol W i HR e g ok (9
51-58%)% i3 o R E MR EF 2 2 REE E (- 2 20 ppm BB 5
ppm) > B 57 A (4 s £ K eh i3 sk & 0 8700 A S 4p vt (Chang et al., 2000) >
R N RS DI B R 2 S R ehe ok o gl fitfe B2 pR b F
sefenA 5 4oehd Rk & 10-500 ng g™ 4p 5 (Senesi et al., 1999) -

% 31 MIFBA R Brkfeh P 223 (O3 427 0-2 245 )~ /IR (H
PAT 515 AAE)UE THAkY AT AATI0kR K

Matrix Units Site-1 Site-2 Site-3 Site-4
Surface-soil
Har ngg  19592%074 19152213
(=5) (r=4)
110+ 0.28 0.70+£0.01
MeHg ng/g (n=5) (n=4)
%MeHg (of Hgy) % 0.71 0.37
Root-soil
Hay g 365.70 £ 33.52 426.20 + 65.84 412.37 + 35.13 594.53 + 425.82
(n=48) (n=50) (n=48) (n=48)
MeHg - 1317+182 1463+361  13.1+394  13.41+5.46
(n=28) (n=30) (n=30) (n=48)
%MeHg (of Hgr) % 360 343 318 226
Pore water
Hr ng/L 39.26+ 1220 22.05%7.45 15.90 £ 2.25 18.01 + 3.18
(n=48) (n=48) (n=48) (n=50)
MeHg nglL 2593+494 17.77+486 1455+ 7.46 3.70 £ 1.66
(n=20) (n=24) (n=20) (n=24)
%MeHg (of Hgr) % 6605 8059 9151 2054

- BB EFER > R LIPS G EEFIERM T § P
B 22 > e A2 AR ERABET RAPERY ¥4 2o
d *:‘?‘/,%#ﬁ Mgt gk ? AR EVER LI HEAT KR o LAER S
1 1p B (Zhang et al., 2010; Liu et al., 2012) » #712 jx%%ﬂ,ért ARz ks FIEBIL
’kﬁgébi%EJ-—ﬁ@ﬁ%%*%34ﬁ%§ﬁkﬁ%%?i?¢i§ﬂé%&&%&Gmgd
% § )k & 4p ¢ (Zhang et al., 2010; Rothenberg et al., 2012b) » = B 3+ #7p] {8 04 3%
TRAERE T AR ERAS GBS Y T EG R (TR E L
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2.26-3.60% vs.* k2 0.19-2.1%) T3t /1 ¥ 7 R AL R A S BT Hug P
GO EPCA B A AR T AT a4 AR S P & 317 apt ik
BATF - B3 Fht (T site-1 & site-2)>t & 2 pFenB ME N % 2 pRenY BTV
Kihd & Behs FARET oo SUHOREME a2 AT ARSI AT 0 4t
BRI REFFT - AL AT ARG S E R F AR > S5k AP
A FlenE B o L B RO A IOk AR R TR
31> " AARRRTHE 32

2,000

1,800 *) | m site 1 m site 2
1,600 - site 3 m site 4
1,400 -
1,200 A
1,000 A
800 -

[Hg;] (ng/g)

600 -

400 - *

200 H I
0

4H25H 5H31H 7H16H 9H3H

180

(B)
160 A

B sitel m site2 m site3 m site4
140 -
120 -

100 A

[Hg+] (ng/L)

60 -
s { [

0

4g25H sH31H 7H16H 9H3H

W31 ERF2Z(ARIIBEBIIH LY AR TH TP B2 BT
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DEM R ORAL 2 AR RS RE TR PR Rk AR R

60
(A) W site 1l M site 2
50 - msite3 MWsite4
o
o
=
fe)
I
3]
=2,
4H25H 5H31H 7H16H
80
(B)
70 msitel msite?2
60 A W site 3 M site 4
2\50'
o
£ 40 A
o
T 30 1
S
— 20 -
10

4H25H 5H31H 7H16H

W32 &R (AR AIFEB) I EIH-KY 17 RARREHRK P P2
g

32 AP BRAZ T BAGE

AR ATE D R P TR sl R (R ScE) AT T L ke e
AR 2 Bihdod 32005 o — a2 o % AAN B G N DE AR R
3 20Nng gty A B g A A5 A(WHO, 1991) o I Sk ¢ ehA kA o
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Rothenberg % + (2011b)’?IﬁL EE R R AL GRS REESR)
Yo m @ kkd o Hpery ehd A B A 25-5nggl@EsE) @ @ i,gﬁ\ﬂ # 0.7-1.5ng
gl )2 7 o Zhang (2010a) & * e 3 » HIR > HF VEF o | HRIT P R OfS S
,&U I B 78 (&)L 93(7 AA)nggt o H e H R fEd B A
t+_2355ngg 2R " AARIER A 1.6-22ng gt 2 B o ¥ - EARM FT g
®Ahd X EEN A Pﬁiﬁ'ri S RP AR A TN (control sites TR §RiTi5 4R R )
BAatra Fenfed 7 A& 3894 0.7-6.85ng g™ 2 ¥ (Rothenberg et al., 2011a) - %
FrYORENHEY [%]_myfﬁ:]r o H ok an® AR R AR F F 3 140 ng g'l (Horvat et

% 3-2 = Jffen sitesqzF 2 K¢ R AEY AR TIDkR

Sampling site Hgyr in rice (ng/g) MeHg in rice (ng/g)
Site-1 3.73 6.78
Site-2 3.96 12.61
Site-3 4.41 17.11

d % 32\@;;}7%\?,1"?@:&\;,’17,?]5_ - AR 4“””%*"”"’!5'7»%"} m.:t\Z» E
T AT A kehg N%%’ﬁi$*%i§¢°°%“ﬁg?9%iﬁ
ek EF BT ERS o B T4 (artificial)g? AR AL o P Y
EAFp eh? JRR Ty - RS 2 R g ? A7 23RT a5y %;é_
A g iER Ay R ARG ALY ARDENRESFTY &L
PO RN R LB R o TR Aot o P TRIF SR R T R MO EL F
“7% h0.05ppm (F50ngg)a k& 5 B o

BT 4320 fed T AA G RORIE P Tl SR A R T AR
(ng kgt dh)w 41 # 11T 23822 5 47 (Rothenberg et al., 2012b) :

THAEPRGF = Bk P T ARG E x FPASKERE x HET

R e v AAERE miuggt e F - RE60kgr Fpied 4009gdT fta
Em,ﬁ"g’ KE 5 AR R nERREFEHRLS PHESE 01 pgky Lat
k3t B EE?(Rothenberg etal, 2011a) » #718 ek 427 A A kR %5 0015 uggt >
7 15ng Qe dodk i TR o BIAET B B ¥ 3jcdla kel d T A& GBS
BPERE A F o EFERLY A ER I AR 14 Fas (7t T 3.73-4.41
ngghl)’blbﬁi”?ﬁ%lf]%%i\?ﬁ ket Bla? AARFH? Fhhtgod 0P %
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DA B RS 2 R S SR e T F S PR ALY AR R

BH ot MAAZ T AA 5B B3 - mat B P B EA SRR
B KRS BT o povh o do%d £ 3184 32ehd B K A SR EHPE

et A BAFS 0 0 822 i B o

(A)

26 r’=0.0391 , p=0.6386 > 0.0l

MeHg in soil / ng.g-

4 6 8 10 12 14 16 18 20

3
3
[
=

MeHg in rice / ng.g-!

60

- |r=0.0129 , p=0.8306 > 0.01]
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Blged v AARR ve.2 " AR T4 7 ARRR vsat ik ? A&
ER e Tfek T ARER vsAR K AR | OB A R33 BT F A L
Beofed T ARG RO KM B A RF 0 Flp B A0 001 A5 miE
BT RAAER CICHRT ARERSMSF RARRFRAEL T ARER -

ppiu|

B3IRAI R R T F Sk

Wpt 2 E RN A2 7 AR TR &7 4r o AhF v A -
PR EEFHAZERY - ST LOT R IRR T REFAIFR ARG o
et TRERT PG ARRER N FDRAHSTE 5D ARALT AR
ek o B0 fEkfEe AR AR AR 2 B0 BRI R ehe d o -
TGRS I EATHARE LT LG ALY RAL S S PR
ETARBE R kTR Y s T Y F S B R AT o

g 3" AR - B R A& E D A BB R F(Gilmour et al., 1992) ~ 483k
R #(Fleming et al., 2006) » 12 2 ® % 4 = A(Hamelin et al., 2011) % k¥ #c2 4 &
e FRE Tt L EY Bm A A k(Choietal., 1994; Linetal., 2013)> 7]+
Bt A R HEX T UREERR GO T e TS S b R
BAT AR TEEPG LR ok B (sulfate) ~ it 4~ (sulfide) ~ = 485
(ferric minerals)~ 1; 4# (ferrous iron)~ 3 # & (organic matter/dissolved organic carbon) -
2 3 pH % (Benoit et al., 2003) -

»

IRAHRY PERERARDRBEI AR I BFFLL LR MY
B o 2 A NEPT IR A G e e R 0 TN BRI b R
S AT LR 2 ARG AR SRR RS TS R
b FORER I e F T @ A e KTk - 0% i3 12 (Slowey and Brown, 2007) » # 5%
BHAT RS TRB AL L S PHF R BRFEA S s
i % g5 e — 4= 4 & (Mitchell and Gilmour, 2008; Yu et al., 2012)« & — 4k ifen 4 42
20-80% 14 11 = 1 48(4 )5 1 4 (7 Fe(l1)-(oxyhdr)oxides) s34} 3% 75 B fe gt f&45 3¢
SUB &b RE FokeTRB ? ArE % AA(F F i 90%):R R = A it 4 FeSg) e 2o/
= R g 2 o (Kirk, 2004) o v g dg DR BT 4B AT A TR ORI AR ¢
Friv g Sy £ > 7 Flpt @ 18 HYS'aq ek -Frcig &k sed & 5 A fE o o
WA 3N A gl & T AR B 4% (passive diffusion) spEk kf o @ AR A
WAL RSB A g Tt 1§ A hd 2 % 3% (Benoit et al,
1999; Benoit et al., 2001) - z8m » § 23N RL P B Z E X B AL AT
SRS R RS B AT E B o S S AT I R A A5
7 2 it i % (Mehrotra et al., 2003; Mehrotra and Sedlak, 2005; Ulrich and Sedlak,
2010) -

29



NAMI G Bk B Ch SRS N PR PR RANT ARG R

80

(A) m site 1 m site 2 m site 3 m site 4

70

60

50

40

[Fe;] (mmole/g)

30

20

10

4H25H 5H31H 7TH16H 9H3H

90

80 (B) m site 1 ®m site2 = site 3 ® site 4

70
60
50

40

[Fe(ID] (umole/q)

30

20

10

4F25H  5H31H 7H16H 9H3H
W3-4 L R¥#214IFA)RBEB)TBERTHREp HL BT

Bl3-4&£ 3540853 de Bk 9k (R 34)& H 3Bk (B 3-5) 7
LB TR R R WOk AR o d BT e Eﬁﬁgh%mm k
WA EAHEAT I NI R URE L S R TN s A

d
4
7

30



$-F ARFME SR

FPPE KRR F RE IR PR P FIICRRY T BERES 0 A7 R
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FHRIPFR ,"< 2 3E D AVS (7 %“El 3- 6)% 7osite-2 et S = R A T R B
(>10 umol g™) > % 3% & 0.3-5 pmol g™ D pt - R A A RE Y KRR
# [¥1(Rothenberg et aI., 2008; Rothenberg and Feng, 2012a) » e 3L [ Kk @ eugn it 3k
% (total dissolved sulfide = [H,S] + [HS] + [S* DFgosite-l - P Rw 2 R EFARE
RIFI(E S 4 pM) > B AR infk 530 100 BRHELE(MDL = 0.8 M) - d »03t -k
SRR R AT YR E ﬂn("ﬂ HF I RN PR S o T B (T
sulfide Ir ¥+ % % 203 3 1& 5 TR _rfﬂ“éﬁ(‘%’r’ferrous iron) e & 47 F 275 ¥ £ Plen
FEI(F 3-5) Br FIF s (TE 35 @@ S a1 P drene iR e

50

45 | m site 1 ® site2 = site 3 W site 4

35
30
25

AVS (pmol/g)

10

5H31H 7H16H 9H3H
W36 2 L3 249533 AVSER TP 2 g1

Frergh g 5 B R i epR T S AVS 2 0h o R ARSI IR Y DR
/}&E{# e FEER o FRA B Mt 1 mM (B 5 09mM o e $ & T A 0.08-0.22
2 )0 A - 4B ¥ L epnpk Bk R § F(Rothenberg and Feng, 2012a) - d **
/an& BREFOM R AF A LY > ERB bt’ﬁl“#’ﬂrﬁ—‘k"ﬁ 2 B e T fF
AL G Emd] hsd AT AR RMeEnT i - o fe ko e 4 R Tk - *® o
Frpa W ey ABEARE T AT AL B RERFATA L A H T A2
TR RFSLABEY AL F IR g AR B e A7 AR
/’F‘f £l #4’?' | ek -Fids AN T o RS ERY AT ARR T o L“Iﬁﬂ}k% 7
53 4 ¢ ARZET *h(Benoit et al,, 2003) > » fFR N ARBE RE Y BFEAT A

Uik ppe EOE R 5 A3 10-300 pM 2 B > @ Boif Stk R 9 A 10 uM
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= +(Munthe et al., 2007) - 7 T4t > FHEOTRE » REZF J120 7 Ak 2 &
BERE e B 3 F F (Munthe etal., 2007) o A3t #riEw 3 43381 3 eh
Yok pH EHEIT A A 6.1-6.5 2 B o Ae b Atk Y ATRIE g R IR AR
k& (11.2-27.5 ppm 2 a,n14%nwf#?Aﬂ”5481M@’W) T
IE L B R R ];—]“ ARk B RELH G

B - A "f R t%%&ﬁiiik;)ijf“ b A E ATRURI T A1) At K
Frpa BT RV IAVS R R > 2 (2)v2 B 249 k2 AR R b b %‘ruhé., {4
£ Rothenberg & Feng (2012a) - - ”J,a% B ¥ - RIS B TR T oo
PR P SR PTRB IR 2 A d 32 B 4B Fe(lll)#FR 1t 47 (sulfide) F 1t =
4o polysulfide (2 zFii &2 R aig & S chls £ 4 )iy AL &
- H AR e B 2 4 (FeS) itk > RATE B R R T B o A Ba
B A® Aitaivd o

FARPIE IR T AR R EH B B 0 Sl B e B TT RGO B
37 B AFFTEDR B L LAY Lok A& 7§ IV Yok
AR EOME IR Fa Btk gk s R Al
P B (p<0.0l) > S fAR R P B MR R R A PR EBAE B MER o

34 {34 A A2 AT AT R

e g dUk AR B OGRS A IR B R L AR
A @ﬁﬁm”‘””i*ﬂ££%$ﬁﬁ4%’W”ﬁ%ﬂbamﬁ&kiﬁ
HHP T AAA S THE ) (hotspots)2. — o R @ FiL g ehd > & 2h9r5 35 84
%Riﬁﬁﬁ%&%ugﬁﬂ’ﬁhjaau%ﬁﬁiHEWMi#u@ﬁéﬂ
AT A b p E R MBI RIS AR 0T R 2 ke
(biomarkers)fL Flfa 5 45pl 1 £ T 5 3 2IERIR A B RSN T AR end S - B
REAFTARRBARE LT U E AR A2 - (Linetal., 2012)

WL R HE - 2 KN L BT RAT L il R L R A
G2 A REWAR S RE AN T (b B KRR )B R ",ﬁié"q‘ﬁﬁ:sgz ZE b A A
*Fﬁ‘(?} » H s bR Z A ~ 3R m%?{‘r y — L@ :{#ﬁ? FiER LT IR

’”Eﬁ?ﬁﬁ‘-‘@' RAFEHARBARRF)  SHEHEREF)E - F PRSZ
» 4 2 FRFEHTRLIF) BEA- KPR IR ESHRES 3 4
@ﬁ{@@ﬁ;%a&@ﬁawm%iﬁwv%i&éé@ﬁ%%%%@
(Mitchell and Gilmour, 2008; Yu et al., 2012) - Kﬁg Topt 48T e | (enhance) s 5 4b o
= wAl* Tged)  (inhibit) e 5% > AR R EAEY 40 2 ¥ A4 P dl E e b
R gpeni 8 5048 (6]4e molybdate ¥ #rdlimp BB R FE AR ORR T
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2-bromoethane sulfonate ¥ #r4] 7 4 & Fehd £ %) F S e R e pp g P
B fppdrdl A L hsan? AAA X EFHEFR A AT T AL A gukd
#= %% 3% (Compeau and Bartha, 1985; Fleming et al., 2006; Hamelin et al., 2011; Yu et al.,
2012) .
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FoE LIEFRESE

R )J—%w@%#f‘?,;jggp\mﬁﬁkgg BH L AR PAT A B
AXerp 1 s 2 RE G ARBRRE  BRAFUE T R S F o ik E Gl
BRSETRIFTRP A LEETF IR TIRIFIR T Bl 2y 4
I ehi % e 2 s ¥ 8 1 (Fleming et al., 2006) » 3 AT chdhd-4p PP B 7 I ()
3-8) 1 g M mA A AL AR B R RE Al (Tt 2T L @
] $ A2 i) AR 02 7F o 5 4o 2 10 MM m@;aw FRETGREFOEEBER FE
FRLedppe @ 2 F Uk ot FLA T A’};J‘.—mfz%ﬁlb'f"wbﬁxaﬁaﬂ?“t
1210 mM § g3 = 3 (T v £_amorphous ik iR ) (e B ke dr 70 b el e iE R b
k48 (7 ferrinydrite) § 178 % £ 3 45 % o SuBB R F AN BT FHI AR > © S
R ictzd SREBRHEREF S B R BI R Ha R ATREFHT i e R
1 * @ 3% 2R 5 5487 (lepidocrocite) 22 444 7% (goethite) shah 4~ 48 > 4t 5 & 2] 4
B R FERBF FE R TEY T AR R

(A)

B)
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Bl 3-8 H#e® R 195 2 R A HEE Lfﬁﬁ*ﬁﬁ#%#wmi%ﬁ*=
A FERFSALENHBE  d LA LA AWIRRBPERFAL " B2 3
Al 2 8B REE; (B)? %4 X FRREAER CORRARREFT R 2R
R D4BER AR % iR

FOLRBPAIRN O] R R A Tk T
Bt AP SN I ORG o R B RS P R AN L
Foo R M AR DB R R TR L AN A
R IREFAAHEOLEER TR(F 39 mERBERFEA L TEkR A
513 mMM 2 fF s it 4 48R R e A 2 T30k B 430 0.8-3.3 MM 2 FF ehi; 48
Prd X e N RBOFARE 0 BT BRIIT g o a I (HR)
fiipt F PSRRI o L BERG RN T LT RIS
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W2 CTHEERA-FEAWBARSY AXER  Bdpicd 33977 o d £ ¢
R34z THE)EET v e BB EL I ENRZTRKRBRRFE
PREREFR AL T md S FEF Y “f 7osite-2 iR (F ehiE g g ) e dn
ﬁﬂ’ﬂ%ﬂw1&3&4%@*“Ei%&bﬁ¥%ﬁ;a%$ﬁ&&ﬁﬁbﬁ
TR BRI Bl e Ap 2 R e

2 33 2 R¥PRAIEA UG LI RERT FTREILZ RBARRE- TR
BAZFERMGLY) - drdles s R EHL L&

Soil source Methanogenic Group  Iron-reducing Group  Sulfate-reducing Group

Site-1 4890.04 126.17 10352.20
Site-2 147.15 128.36 5699.46
Site- 3 1591.83 119.40 9074.03
Site-4 986.36 99.89 4944 .47
Control 146.9 157.71 123.07

HRER ek % P RE OB Ak BARY 1 R Y A RagiF AT i iE
A R REE L RBRRARAF L F ST RA S F A BRRFT D DY
/,] e FAp B IT L R FRLE 2 Mo A KA hE S AR R A A T
SR A BENC IR i&im-z}{%% A e —drms > AR LEB R (F4p3
BoRBERBR)D Ky EV a2 5 4P a2 T R AR RpDIEFH e L7 (T
chemical speciation) > **pt B chd P 1% fE L 0 o 1% v B 342 % 2B
kel iEaR AR R Y LogKyfé o I T B E B A & oosite-1 3 osite-4 & B
437~ 452~ 4TT 112 464 (- 4= fed “ie et A Kd @Ap i0) > 4o 4 e
BB B R R A At e At IR e BV R R e F At o
A7 @avn BRAT AP KT AT e R BBV A S eh
B(P w ey i AEm 3 MAER) R BBV AT AT R R 2R (30
FPwT g ARG EKRERRFEHE) -

7B FIERE S T F RERAT AN IR g H e AT R 2
g E e g AR F1Ef AT AL el F](T hgeA & hgeB) ¢ Ak Hoti R
FF %R FOF T B AR E oy 4 s dge ] k(Parksetal., 2013) > ¥ {5 i g

THERFUBEART RS AFRFT N2 P HFEHLIVTIRFREFRIF L E
(Gilmour et al., 2013; Yu et al., 2013) - fL{s % 7 -2 i@ F FUERE s H R G
FHEoTAF P2 B ARREE T REHEENS -




$-% i BERE S

35 9 AAME oA HEEHRST AL P FES %

TR 1 S f—é*\ FHRNFIEE TG T AR AR G
# £ ¢t(Rothenberg et al., 2012b) » +3 i B ¢ et o L iEE EF ¢ BB AR
hd e JIH L E B RAT A et e S R v RS R
AR A A EE e E WA S R YN kY (Zhang et al., 2010b) © #% 1 :ﬁ
ﬂ%ﬁfwéﬁﬁv%khﬂcﬁﬁﬁybﬁﬂy o LT iE- KT RN
RS E AR R o K YR e Eﬁ&@ﬂ“&imW§m¢m%
T RAT ARG SRS ARSI -

BEER v gk b AR R T A A o] kPR e md g gopy o
FETEIdnas 2 34307 Al ] > w2 ? AR & £ 19308 » foivie b 18
¢ooom b e gt i (Meng etal., 2011) - Flpt 4Rk 3 hIL IR T B RS TER
fo® ARehiE* P AAPEHMEENTIF - o FF L 0 3 R ERL T LA
IR IT R PR AT AAARR OB EREBKLIE o Y

AR TR A AT TE iR T AR ’é_%? AIRBE Ky (B0 5 7 e gt TR
F1® &% LogKy 'Eqﬂﬂfﬂ“ 251-2.94 2 (s 12 % frie o 4piD) 0 @ RS A D
LogKy (& 4 7% f 4.37-4.77 - Ky EA%+ (& gt i B4 FAx ) e 27 A F4p 1 F
@ 2L RAR AR o gt fh 5 Ndu & 4 % A %] %Emz*f#*? MRS ST AR
e e [ picd 4747 45 ) (a mer-lux bioreporter) <47 3 & % 45 i > g2 A e~ ficd
Polimre g 0 7 A e thenit B ;B:L:k%—lgg\;f_!q‘? B A e o~ h
Fld > P (D)7 RAEERIhoa A8 ¢ R F T s S o 48D T TAR s I
(passive diffusion)# 4] m & » ficd Frme (P 2 a2 B A i pk); QFEfE

GER 2 KT A BT @) A g A B (L8 LE AR
) > 3 cysteine £ 7 A A TR X g L F b A mre e o H AR i
methionine ~ leucine 12 2 glutathione ¥+ 7 A& chd $ 7 | * M g T v kg F 2 50
(Nduetal, 2012) = % p* > A3+ % feiTE £ 32% 7195 Ndu & L hB %2 79 %
R FI2EAE P HJ IR R P AR F oL 2 FIRETOF R
PR 2P ARk R E

B RRARZZ B ES(F 4T )8 (e ) WAL fe A
L& Fbe Lug Lt an® LA feivr 4 2 B fed _ﬂ.%wa“ % FAEAFLE
(B 3-10) » Bf iz ~FoH ~FEZ AT ST F O AR T E o d 22
FRE R AR IEAGII0S AT ARG o B RA T AR g R R T IR
Ao ECER O R RTRLSRAE > BT RESFMA 2 BINEST XY
¢ WA T % H Bor? (Zhang etal., 2010b; Meng etal., 2012) o d pt ¥ 4> T ig
FLend EPfRird AR bt EFEFHEP O AAE PV EREET A
AR R e R o 4 %ﬁﬁ“ﬁfé P EA N T AR A S B fEIEHY R
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W 3-10 feltfEfR%F FREFOfETd L F35od ta T 2 4eivd Rk 2%
B &7 ‘—’%’ﬁl} EN N l'ff mt_i'\' vé"l:ﬁ’ vé"% p“ °

PR A EES S % ho B 3-11 #om o W] ¢ focontrol & R SRAS TR AN A
AEERG?T AARBR R 2 R4S ‘ty#& ’ﬁ&??“%iﬁhbmﬁowﬁgo
FERP R P LA PREREE 0 T “’iﬁﬁéf’ﬁ“’* EHFHTEFRRALT €
3 AR ST FERT o d BP T g I S g S enfs v AR ik Ag
F7 Ndu 5 A LR T epic 4 e fo e &P~ E‘kffimi\%‘c— Koy I ERARE
PR N e g KR L ARF 0 B8 TALE P 2% (Nduetal., 2012) -

FE A SIS B Ndu 3 4 % jicd 5 lwde LR Ta L B~ o F H
i" V,T* HEHRES Ik* ) F' L3 ,}gfgm)@’?ﬁﬁa}f%"yf;’%m? A AT Fr
FOENdus A gzple) i MOER O FEcErsd <4 E a0 A S0z(2 & Ndu
FABZRTZ F); cysteine 2R SeBe 2R B kB cycteine Een® A AT E TR 0 e A
R FHBERF M FIRES Y AA P 2 E e F (0 2 Ndu & A gL

‘mlk\ F.
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