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Effects of exogenous sulfur input on selenium loss in paddy soils
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Abstract Selenium methylation can promote the production of volatile organic selenium, which
could lead to selenium loss in soils, and subsequently result in lower selenium levels in crops.
Considering that applying sulfur fertilizers for a high and stable yield in crop production is common
in agricultural activities, the input of exogenous sulfur may play a key role in regulating the forms or
contents of selenium in soils. To explore the migration and transformation of selenium in response to
the exogenous sulfur input, we simulated flooded paddy soil environment, added organic sulfur (i.e.,
methionine) and inorganic sulfur (i.e., sodium sulfate) in paddy soils under an anaerobic and dark
condition, and determined the volatilization of selenium and residual selenium content in soils. Our

results indicate that the input of both inorganic and organic sulfur promoted the loss of selenium in
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paddy soils. Compared with the blank control group, methionine input enhanced a decrease in
residual selenium content of 15.9%—35.7%, because selenium methylation provided large numbers of
methyl donors, leading to an increase in selenium volatilization of 88.4%—308%. While sulfate input
could promote the dissolution of selenite in soils, resulting in a reduction of 4.67%—25.5% in residual
selenium content. Hence, selenium loss induced by sulfur input should be taken into consideration
when applying sulfur fertilizers in in farmland soil.
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Bl NARAE K AT e 2, FTPUAAL . BUMIR . P, XERe A RBT R A a fil i A
FEEAEHC L ARAEY PG 320k B F 5, BTN nl RS AR VR AR B K R Y
M) el 40 4 7 e 50 AT - S v it 3 e A R AT T AR R 3R A S B L B B AR TR A
TR FEARAE S E K AUR &, B35 R B KR (10%—14%) . /A (6%—12%) . /NS (22%) S5V EHI Y
PR A, AR S R PO T A L B PO A U T, - S B AN R 2 T ECR VR YA
PRARS. T =B IE 52 A — S ARG (N T 0.175 mgkg "), AR ILHB 0 2By V148 S B U i I = 44
B T IREZ 70% 4 AL 7 A2 0030 A PRA A #h 78 52 DU 0 3, Bualinl fg & S 88 MR
o R 79 ) A2 PO MRS (52 1L ) A5 S B i A& A0 90 3R T AR 2 UGl o R A
filh 1 24 50-200 pg-d ™', {H H {5 2~ B S IX 5 R A5 A 238 i G iz el R EfE R A
It E5 A ANk 44.4 pg-d U510 PR, G - B G B 4 AR R B R LA EE R L

[ o970 w3 3 10 1l N YT 0 N e J N T s e o 2 L a0 -1 0 L e w4 B (BN O €1
BUAR S JCHLAT, 7E40E 0 (2 PP Al b . BB RS ) A5 T 8 3k Ak, A i vk — F LA Fn — R 3 —
PG ik, DT ok, 9 F 7 ) 210 200, ey 0 R [ Ry S0 00 R IR LA AR Al I, A T e L
A 5B TR MR LR, JF 0T E & A M B S VR 22, PRk, B AT AR Ak 4 S il G B
BEAL A E AR . B0, 7RG R Ge b, &R A I B 20 5 Ab il TR B 202, I 7 P i 2 1 2
it R VE R S5 Ak R P 1, R 05 DARRER FP A 08 A PP S (A, 7 FP SR 5L RS WG (0 4 1T e Aol — P LA,
R TR N R R BRI A SR, SR AT At S 5 v G A R A S LA R P A
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YEH.

R T HRGERE FH - SRR T SIS S A ] 17, A RIF G AR UL R FH A K A5 Sl 3 S i B R ML (H B
R A CHLBR (B4R ) , IR - SPERM 442 2 0k LA S - S B 2 f, LA 98 % /IR s AT G 2 25 5 AR 1
SR AL ASHT T4y S Bl g Jir DR 32 BE R 2 AR, R INEAT B 4 T A 7 A e R A0 A v 7 XU,
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1 MRLFITJTE: (Materials and methods)

L1l
P b HER AR [ VL9048 1 2 117 (34°45'7.52"N, 118°27'49.64"E) FaA% H (19 £ 2 + 5 (2-15 cm) , L
DA TR . 13 T 5256 % b B AR, PS50 )53 2 mm 0, /A7 T 4 °C oRAE A . kil 10
AP WL 1.
=3 WS b <E % N G S
Table 1 Basic properties of the studied soil

+ EHA M [ Properties of soils ¥{H Values
Fiki/(gkg™) 31
W/ (gke™) 446

ki (g-kg™) 222
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i3k 1
FHEEANE i Properties of soils $fl Values
BHES ¥ 384 &/ (cmol kg ™) 25.1
B/ (gkg™) 0.4
BE/(gkg™") 2
R/ (gkg™) 21
pH 6.5
SABLBY (gkg) 38
Bt ER Y/ (mg-kg™) 174
St/ (mg-kg ™) 0.26

TE: 1T B S RV ARV RR IR ER & i 10T B B RFIARAY Bk, AL S SN TSN

1.2 SZEETT

SRR I A MUER AN TS LA B i AT = 398 il B S5 A6 FLEVAR &5 5 f 52 e, AFSR LR E T 4 A
A x4 AR]853 A4 T (1) X BRZH, B ) S0 A% e FE 7K 4 2R v s i — a2 2 A A (2) KB4, B
] AT 33 K AL (121°C . 30 min) A 7K 4 2R FPas i — s d2 A0, LSRR P AE Y 28 e fhad ft v
ERNFET; (3) B AR AL, B ) A48 A A FH /K A4 38 H s i — o A G, JE 05 R A U BR, LAURER HH
T 2 R N AP TR A5 5 A R 52 R (4) B R 4, BPD 1a) S 40L A0 A HE 7K - A4 28 s i — 2 St (RS, I8 I i
B, DA ZR BT TR XoF A A 5 M 4 A B A FP R RD BT A LAV i L 2. PR PR R R A R AR R A M
ZANRIE S B R R, §iE A ) 2 B TR AR, J5 2 W2 —Fh RE IR b Ve A L il K R
FA) 7 B S R A MR R, PRI 25 A S N3 B2 34 2k 3.3 nmol L' (LAGR ), AH Y T 1] H3Efh i A T
528 mg-kg " i, X 5 FA IR AR FEL IR DI FH - S rP s A R R o iy Bl — 3 (4 9-1355 mg-kg ™,
KRB . P B 1k PR A ST Ak T LA UL S AT (0 i) 187, 7 A A B R s TR, s IE AN
VAR R, 5 o 127 nmol- L' (AR ), A4 F1a] B8P A T 0.05 mg kg™ A, oIk F 135 7 Bl
(026 mgkg!, F1).

®2 MHHBE
Table 2 Settings of treatments

2R KL il it /(mg-kg ") BRIt /(mgkg™)
Name Sterilization situation Se addition amount S addition amount
X HRZH Control = 0.05 0
KA Sterilization = 0.05 0
FR 1 & 2 4 Methionine 7 0.05 528
R4 NaySO, i 0.05 528

HARSZEG RS B AT s 76 20 mL TS ARSI INA 1 g ZiX 38, SRIGTEIRETF-EFH A 4.5 mL
2555t T A R A B B Al K K BB EE R 4.5 1 1), DABEIRURS H ek 3R 2 A8 s v 10 & B 1
BREREN . A IR LA B WA R 0 e, S B 35 SO EE , TR TR AT, A ARl S A Tk e A B S , 0 TR IR
AR TFEPIITRIFR(25 C) . 7858 1, 2, 3 KA 9 K, df7FERICE. NREFEM hBUEFE SIS,
T 0 P A A BR300 P 1k DA 0 L % T ity 28 /= vl A BBCHE R A Y 6 A 7= R ke
G FR A 7 A T 00, I = A4 e . W R Tk . P R . R A e —
B8 R 7 7P = I S S B |72 7% 77 B s I~ S 7 | N L - s 1§ D X Y W W £ O D T 95, A ]
FERMEF= ), T, 5 5% b R i) — W ik it k™ o W R T S R AT AR A,
P 25 A i 7= D P 66 A k5 P S IV A ) R A AR, 5 T s 4 e MR SR FE IR AR
FE/H TR T RK L2 2 50 mL #5047, #5.0 (10 min, 4000 rmin™"), 8 B3 HOR, T 00
- 9 R
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1.3 43Hririk
1.3.1 4% &AWL AAG HLER I 2

SR FH A B3 2 B0 €835 57 33 B¢ FH 1 SPME-GC-MSD ( SPME-fiber, polydimethylsiloxane, Carbox-
en®; GC, Agilent 7890A; MSD, Agilent 5977), SPME A% HUT01 25 # iy i Hh T00HB A A4k, 0 g 455 7% 1o A v —
LR, T TR . O REAM R R R R A A A (R UG SR 1 mLemin
FEFFHEAR P : 35°C PFF 4 min, J5 P4 7 C-min' 93 FHE Z 140 °C, FELL 25 °C-min™' B3 THE 2
280 °C, 4EHF 1 ming PEAE CHRBE R 300 °C). H A . — HY I g . R AN DA e HE R A Rk Y
Fr B Z A5 910 88%—124% . 88%—100%. 92%—101% 1 85%—109%; H T [ SR IR EE i — A FETE 4l —
FRSEE AN, TG ) K 381 i — PR R ST AP A5, AT b TG 2 A 00 S s [ i 6. — R S S A L ) s 4 i
R R ARG L A P R PR L G 1) s o R 2 SR FH R AR (T T R,

1.3.2 A3 SO0 i)

RS TN 5 mL E/K, FEERGEE X (Milestone 1200 mega ) H i i 15 57 J5 T 4% 458 1 1800
THIR R R 2 50 mL 250048, AR AEZK E 45 2 50 mL; 250> (10 min, 4000 rmin™"), £ 98(0.45 um)
IR 3 . SR P B A A T R I TS (L (ICP-MIS/MS, Agilent 8800) Il 5 b 775 ¥ Hh B A 55
1.4 4t

i i2F IBM SPSS Statistics 22 117 H.H K b5 1fE 22 43 #7 (one-way ANOVA); fifi i SigmaPlot 14.0 17
I 2241

2 55118 (Results)

2.1 AR A AR L S R AL Y 5
b BRI R AR A4 B R — A Rl o S R by 1A 1 RN, A A A M R K

PSR R PP B R L2 R ) P 7 0 2 2R e Y R T R S P A o IR 2 PR ARG
A I BRT 2L T, ARG 2% AV 7= A, ELAE R A5 37 0] () 5 0 B2 AR A7 A 2 28 1R 22 57 (P<0.05) ; BR

55 O RAGIN B /Dt H4E A VAR A A1, KT 2 FP o ARG DN B 942 A MR A 7 A, DA 1 5 A S 0 R LA
TR T2 5 (P<0.05). BT R, 76 L ORI PR PRIFET b, FEA L3840 o A B0 2 70 i St i A4 7
R PR, A AR T, A R M R PR A | R TR A R R R I A A7),

[ 2 26 Control

e K [ 2 Sterilization

s i SR 41 Methionine

— iR Eh 41 NaySO,
<

[ b wmmm % {4 Control
K4 Sterilization
= i Z(ERZH Methionine,1/100
iR EE 41 Na,SO,,1/100

b

300 -
a
200 i i

o
T

IS
T

The concentration of the volatile Se/(nmol-L™")
The concentration of the volatile S/(nmol-L™")

=3

a
1 2 3 9
Sampling time/d Sampling time/d

B 1 BRI N R RN (a) R & (b) A7 fE (LA Se AT S 1)
Pl b e R 2 R 2 R R 2H 85080 S (LY 1/100
Fig.1 Variations of volatile selenium (a) and sulfur (b) production during the incubation

The data of methionine treatment and Na,SO, treatment is 1/100 of actual measured value.

AN R 25 B 0k 38 v i B 340 B R RVE . ZECE A S F, O &R CA HURD) B A nT i 2%
PR SEA H Ak (1] 1a), s AR ER (TCHLAR ) S AU AT i 2540 A B 64k (8] 1a) . FY B iR i A 1 ol 254
i R RE AR 4% & TR0 RD R 1 7= A 55 0 BEZELR B, PR B SR A B A Hh 4 1 R AR 0 e i (LUBR ) (2
F AN 9291%-263725%( P<0.05, &l 1b) 5 4% J M H B AL Al 7~ 5 ( LAAR 31 ) D3R 2 Kk S 35 3
88.4%—308%( P<0.05, [&] 1a), H:rjr — FV JE A1 F0 — F 5L — A5 fik 19 4 2 40 38 N T 63.0%—149% FiI
71.5%4100%. T A WFFE 3B, 338 b & B B2 R 09 0 Joa 1) s A R AR A — FH LA RN — WA 35 i Jk A= Y,
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B eI i w4 R | B L B ST N 1 et 17 L (TR 0 2 DA i L L S F A o R T LB Y
2R . 50 B A B, B R kA B P R M R AR e g (DAl ) NS 2 KR I e D
22.2%61.4%( P<0.05, [&l 1a), it — B JL AN 7 K 2 98 /0 29.0%, — H 56 4l ik 47 & & 0020 17.7%—
96.1%; T4 & PEBR A B 7= 1 (LABR T ) IR0 R B 3 PE 22 57 (P<0.05, & 1b), 3X AT fE -5 v e B 0 At
P b A R A i A AT L 5 4 0 ) SV A R 6 7 A H AT A A SR, R R B A S R IR R Y
fi AT i PR Ak A R ) A e B 3 25 S, Hovh, BRER Eh 44 e PEAT B R SO H B R 4 1Y 20.0%—
42.4%, T B TR £k 6 & M B e OE O AR SR, LB R Sk 41 45 & PR B R R N O A R A 1Y
0.079%—5.5%.

P T8 -5 T LA R [ A PR R 3 e, H A R A 39 G X A U S A ) ) B 2 2 1
it , LA R SRR AT S R R (1] 2) 0 0 B b i TR R 4, R R A A IZ S 8UE &
PERAL & 9 7= s | R PERLAL A e B, A S T e A R A R, X nT RESk B R
D5 T AR (D BFSE 20, TR 0B AN A2 2 i — PP R 1) o ARy o, A — T SRt ) — T 5 —
G it Ao e v L 98 P AR AR 22030 s K BRI e, 3 0 R R 22 IR 1T R ek G s g A £ R
B R, AP R e 5 0 4 A T 1) 5 4 Y LA A B, skt R R0 A R 5 G ok ) 75
RCEAR, DA T 4 i Y A R P R A ) . ()[R, TR I B R E R S RN R, B
FH 5 P % H FE A 0 T T 2 11 7 4 2 P TR TT AN TR0 N, DRI b PR it TR 5 £ P At S TR 22 [R] B AR A7
FESE G oG RABFERILEL, A #RIE A P SE Ak B, 2 AT R B SR A0 1 44 & 1 A A 1 R B (TED 1a),
B 2 R 0 A F T 4 R MR i R i AR L (5] 1b).

RN
Isof )
Nt
% Yo SURR I AR A
Wl N MSeC gyg)sulfoxidc lyase U
____________ Se0F” SeCysSe DMDSe 1% Volatilization
Uptake ATP ;
ATP-sulfurylase L-Cys 4 {1kt Acrylic acid e
ATPHER AL L-Cys oxidase Lytic reaction
AMP -
APSe MSeCys Se-methylseleno-L-Cys DMSe
GSH
APSiA 5 APS-reductase
MR BT ER 14 J5 B Adneylsulfate reductase
GSSG Z:Hi 34k Demethylation
WU 4mmmmmmmmm e Se0}”  FEL K fi# Hydrolysis
Uptake i Methylation

v,

S0

H Ala

v 5 Se-Cys lyase

Se?” Se-Cys Se-Met

;C}’S{ﬁ‘ﬁi%;
Cys
O-acetyl-L-serine synthase acetate
TS
" Met §
N - N

2 TR R P TG Y 3R A3 S LR B R R R PR AR R A T A
BB E SRk [30]: Hirr, ATP, BRI AT =R ; AMP, JRIEEA A% 1 —WiR; APSe, adenosine 5’-phospho-selenate, 5 -Bi i iz 7 1
GSH, (red)-glutathione, i JE I BEH JiK; GSSG, (ox)-glutathione, & LA B H IK; O-acetyl-L-serine, O-Z.Ft-L-22 &% ; acetate,
BETRER; Ala, alanine, N FR; Se-Cys, seleno-cystenine, fifif {2 Bt &2 ; Se-Met, Seleno-Methionine, fifif i & & ; MSeCys,
methyl seleno-cystenine, FF A2 Bt &% ; MSeCysSeO, methyl-seleno-cystenine selenoxide, F A G242 B 2R IV ATTAN;
acrylic acid, PiHTi; Se-methylseleno-L-Cys, L-F LA B L.
Fig.2 Pathways of selenium methylation in microbes and potential interference sites of methionine and sulfate in pathways 1,
T A R 1% i A KT R EE AL A SR AR T ) IR AT BE S s (1) Bt PR kA= it P A 3 % rh B W) i
ERIEAS, #E— DAL O AR R £ 5, 5 Al R R 7 A 5 4 B0, fE 43 R PR At %) 7 A, — W Rt ™ s 3
X BEZAATS A P b (1 1b) (LR R 6 1) — F S0 1 TR 0 o — 24 I 20 i F At 2 R e A ) 3 2 A 2
H 248 (1 2), Joikab r= A K i WA 2 R, Mk LA 5 Al 4 A1 Rt F LA DAl — P 6 A — e —
HERE, DRI T AL (1] 1a). () A SRR i TR R SR & AT (174 £ 8.70) mgkg ), & T
P 2, P A3 G B IR B KT I P 1 2 1R AR R 5 = ) ) S 4 A3 A A TG e L ) A%
PFF, SRR i T8GR R B TR A2 1, R W (0 W25 35 m, RE A g Wi e < ik 2L, e 24
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S0 P AL Bl A o],
2.2 APIRERR ARS8 SR R R
T IEERIE P AN LA AL R — R P S R R 0 R b R A S S 3 R R

TR H (4.73%-48.8%, P<0.05, K] 3), X F& W TUA:= W) AT 68 23 52 W il 76 A W) PR 458 A 5t (2 361 AH A AH )
H ) o BE. A IESE 3R I, A WA R A ELAT K I, BEVA AR T AL BUK BORS F K, R R R
R A R BR A5 A HEG A 2 (i 2 S TG TR R 1) T 2R 2 Ak, DTN S AT R R DA K v 2B, S 3 8 i 7
A T A R

ez 5 HiE 4 Control
ez K E 4 Sterilization
s 7 &2 4 Methionine
m HiAR 254 Na,SO,

a

I~
vy
S

o8]
<
<

o
(=4

The concentration of total Se in soil/(ng-kg™)

(=]

1 2 3 9
Sampling times/d

B3 RG] Py s b B R A AR
Fig.3 Variations of total selenium content in soils during the incubation

(B FE A FH AT RE I A2 5 4 iy A2 0], PR 0 25 i P S 5 I I, S X IRZAH 1L, B
552 KON, B R AL + 5 AT i i D 15.9%-35.7%(P<0.05, 8] 3). 5T BRAAAM 1L, BiMREh 4l +
SR RS O R TRE T 25.5%(P<0.05, 5] 3). eAh, 7ER AR SR H) (BRER 2 K), KiEd . i
T TR AR R R 4 3 S Ab BRZH 1 38 S 5 i Z [ AN 351 22 5 (P>0.05).

FH i 2 IV 1R 6 1040 i AT 2 il 35 A AU - S G 35 i, (W] RE S AP AE AN [RIR S AIL ] : (1) FH B 2R
S AR 2, FEIRL AR T, Y AR 2 B A DA P PR A X it PR A 7 A e AR T, DA TR A2 1 A ) 4
K, A BRSNS R R T E U A, T 2 B2 rh 4 A ) B i R e B G Y e
FEAHHAE . 322 R T S 50 A 118 VP R R — P e A g 1 () S PR b — R IR R R,
TEDR AR R EE b R Az SN, AR i T HAAIR 25 B4 2 P00 A BIF 98 R B, TE IR R A T T & Al | il iR
AP PR R R AT A e R X T e Ak Ry 4 O M A s TR DR AR AR Y v, 5 TR TR R YR R 3 I T
AIE I Z T, Al n] LU e 26 B Ak, B Al TR e . — S A A A 205, (2) B R SR i A £
SRR, FERTRE R BRI D BRIRER A A AT BEII R 1 I L A RRER ) ¥ A MERIIE S A B AR BT
F WY, TEAUBAL A AT LAYl 553 SIZ A4 192 k7 - 38 v A IR T, O I8 25 AR A - S v ST AP TR R Y 7 . 7
AT T, AP H B Y A FRER 34 T BEE AR B B 3, A7 WF 5 R, 7R3 S5 T, Al R 3k
TERWIIA 3 JFON AN B i [ T b s, IR E Wit — 203 IR BA K PR AL e,
X R 2 Ul A 7 5 /K BRI A5 0 T e P e b g . DALk, R A R Ak an b s il 1 i R A,
S GRS

it SO B2, SEPRAE T PR e — AR U A R S SR A S T TR G, (HARHIESE s R AR A1
T RE PR R) AR AR B ARG I 78 8 S (D TR SRR m A 3 S IR v, ST AP R Rt 2%
T PR A8 DX A2 s J ), R A Al e 5 TR SR B B3 v A e Ao 3% 22 S /0. (2) SRR A T R SRR B vy
BRI, TSR B, DR - S ot v A PR SR R ™ ) S - A R B 2 I % 5 Ik i) A
T8/, 0 e S 2R A T SIS TR 6 1) A B I 5 % I 1) ) 184 R T 1 A oL, PRk, A SR DRSS AR E T
VA AR T K e 0 ST TR R 5 B T R 2R ™ R PR A2 A, T M9 50 55 B DU ] e e WA 7 ™
W PRASRAT . (3) ASBIFSE SRy 42 1l P A% DR AR 1 B 1 e DA A 2R, 7 PP B A 7 W 4% D i ARG B O ) T 25
AU TCIEHR A ZR AN, $5 R A0 T R A A R A KA A R A B B GR, L5 R Bt B SR 1]
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BERAT P AR (151 1) 5 SEBR AR FPRIE 0 TT 1A 2%, Al P B A 7 A A 438 5 1 7y T B 1) R P 4
R AR ) 7 o 2 T g P T RO A TR ST A AR B e SR 358 Y PR ARS8 1 4 T SR, TS 4 R R
X - SRR 25 0 T HE B 01 Ry S, DR A AR A 5 94 45 1 AT T AR e b s R L 7K R 35 vh Bd i AGT FY)
.

TEA G B, BRI AN AT LA HER ) A 1, ol DAFAS il KRS R0 ©7'; i A1 56 DU 2 4 H e
— P i WP ZS, BT B JCHUBTAE £t ik - S8, o Jo i A B R ER A BE 45 A Wy R SORIAR] Y,
PRIk, e i s D) PR R LA R A P JC AL AR AE 75 AR 2%, A MLt mT B2 S 880 H A A 1
S i AT 14 TR R [N 3 22—, AR A R AT A I Sl s IO 78 3 SRR i A AT A ) P £ TR
ASRMFFE IR P LA JUAS I T e (1) A S A - S R #6351 50 A2, AR T A ol L e A7 48
T, ARG UE BRARPRE P AL P XAl HE 25 R0 35 28 B2 s (2) B 58 B 2SR IE (ANC R AL SRS | A
AR A ) B AT L e b Al 25 A0 5 B i, DL S TS MR 3) 20 A s I kg e R R E 25
L BN , A7 Bl T () A5 i ok - SRR A R R A ]

3 %518 (Conclusions)

(1) BB 2201 B4 i A ] A1 A P Ak, S 2 A A 3 2 it (88.4%—308% ), Fix & 5 B50Rs A 38 v iy
SR TR (15.9%-35.7%).

(2) B iR 46 A 1 i A B SR 700G R 64k L R AURAG ) 4% & 12 (22.1%61.4% ), (AT SR RE S 5 35 1 458
ST R R (4.67%25.5%).

(3) FEARAMG 5 A FH -39 v R 5 BB, 107 2% Rt AT 6 AR5 T Pl 8 23 | A 174 <Al 3 2 28800
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