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Table 1S. Analytical performances for total arsenic and arsenic species analysis

Linear range

LOD

LOQ

Analytes (ug/L) Linear equation (ug/ke) (ug/ke)
Total As 0.5 500 Yy =2759.45 x + 6.55 0.9999 2.0 6.0
AsB 0.2 300 y=17526.0 x + 491.6 1.0000 1.2 3.6
DMAY 0.2 300 y=19528.7 x +391.9 0.9999 1.3 4.0
Aslt 0.2 300 y=17673.6 x + 5393.4 1.0000 1.0 3.0
MMAY 0.5 300 y=16420.9 x 0.9997 2.1 6.3
AsV 0.2 300 y =14292.3 x +10090.0  0.9997 1.3 4.0




Table 2S. Precision of the methods

Sample spl:csies 1 2 3 4 5 6 Average 1}30]))
tAs 0.35 0.36 0.36 037 035 0.38 0.36 3.25

AsB 0.0061 0.0063 0.0057 0.0064 0.0066 0.0067  0.0063 5.77
DMA 0.015 0.018  0.017 0.017 0.018 0.018 0.017 6.81

! As(III) 0.18 0.20 0.19 018  0.19 0.20 0.19 4.71
MMA 0.0085 0.0088 0.0078 0.0079 0.0083 0.0084  0.0083 4.54
As(V) 0.16 0.15 0.15 015 015 0.16 0.15 3.37

tAs 1.23 1.25 1.16 118  1.26 1.17 1.21 3.60

AsB 0.017 0.018  0.020 0.018 0.017 0.018 0.018 6.09
DMA 0.064 0.062  0.058 0.061 0.064 0.066 0.063 4.50

2 As(IID 0.72 0.70 0.66 0.69  0.68 0.68 0.69 2.97
MMA 0.014 0.014 0.016 0.015 0.015 0.015 0.015 5.07
As(V) 0.41 0.40 0.44 041 040 0.43 0.42 3.96




Table 3S. Recovery of the methods

Back ground value Added value Measured value Recovery

Analytes (ug/L) (ug/L) (ug/L) (%)
5.00 26.13 96.60
tAs 21.30 20.00 42.22 105.00
50.00 70.51 98.40
5.00 5.46 103.00
AsB 0.329 10.00 9.98 96.60
20.00 19.45 95.70
5.00 6.11 105.00
DMAY 0.88 10.00 10.20 93.80
20.00 21.51 103.00
5.00 14.60 92.00
Asll 10.00 10.00 19.70 98.50
20.00 28.44 94.80
5.00 5.25 96.30
MMAY 0.434 10.00 10.80 103.50
20.00 19.88 97.30
5.00 13.10 104.00
AsV 7.88 10.00 18.30 102.30

20.00 29.55 106.00




Table 4S. Values of the National Standard Reference Materials (mg/kg, mean standard deviation) and

determined values for total and inorganic arsenic (1 = 5)

Reference Certified value Determined value Recovery
Sample type . 0
materials (mg/kg) (mg/kg) (%)
Green Chinese onion GBW10049 052 0.11 0.511 0.06 98.3
Pork liver GBW10051 1.40 0.30 1.38 0.17 98.6
Yellow- fin tuna GBWO08573 5.08 0.39 513 0.15 101.0
, 0.16 0.02 (total As) 0.163 0.014 102.0
Rice GBW100358 .
0.13 0.02 (iAs) 0.140 0.007 108.0




Table 5S. Extraction efficiency of the method for arsenic species analysis

Sample tAs? tAs? Ef);ti?il:tr::; Sample tAs tAs E:ft;:i(:::;
Nos. (D HNOs) (CHNO:s) %) Nos. (D HNOs) (CHNO:s) %)
1 0.37 0.36 104.2 11 0.62 0.64 96.5
2 0.28 0.31 91.5 12 0.44 0.50 88.0
3 0.29 0.31 94.3 13 0.60 0.69 87.0
4 0.39 0.4 96.9 14 0.30 0.31 97.0
5 0.42 0.44 95.2 15 0.45 0.47 95.1
6 0.34 0.35 98.4 16 1.03 1.05 98.0
7 1.20 1.16 103.7 17 0.31 0.34 92.6
8 0.30 0.33 89.8 18 0.43 0.47 91.6
9 0.28 0.32 87.5 19 0.43 0.47 91.9
10 0.35 0.36 98.5 20 0.51 0.54 94.5

1The concentrations of total As determined by ICP-MS in the extraction which digested by dilute HNOs

(0.15 mol/L).

2The concentrations of total As determined by ICP-MS in the extraction which digested by concentrated

HNO:s.

3 The percentages of tAs' compared to tAs? showing the extraction effects for arsenic species analysis.



Table 6S. Concentrations of total As and percentages of arsenic species in the samples of wild O. sinensis

Samples’ AsB DMA MMA iAs uAs tAs
(%) (%) (%) (%) (%) (mg/kg)

WOS1 2 0 0 7 91.2 4.76
WOS2 2 0 0 6 91.8 5.00
WQOS3 2 0 0 8 90.7 4.09
WOS4 2 0 0 8 90.4 4.15
WQOS5 2 0 0 8 89.6 4.69
WOS6 2 0 0 7 90.6 5.08
WOSs7 0 0 0 1 99.0 5.32
WOS8 0 0 0 0 100.0 9.18
WOS9 0 0 0 0 100.0 6.61
WOS10 0 0 0 0 100.0 7.19
WOS11 0 0 0 0 100.0 8.91
WOS12 0 0 0 1 99.0 4.85
WOS13 0 0 0 0 100.0 5.86
WOS14 0 0 0 1 99.0 5.74
WOS15 0 0 0 0 100 7.84
WOS16 0 0 0 0 100 5.44
WOS17 0 0 0 1 99.0.0 7.34
WOS18 0 0 0 0 100.0 6.06
WOS19 0 0 0 1 99.0 6.32
WOS20 0 0 0 0 100.0 6.78
WOS21 0 0 0 0 100.0 6.33
WOS22 0 0 0 1 99.0 5.63
WOS23 0 0 0 0 100.0 6.57
WOS24 0 0 0 0 100.0 6.05
WOS25 0 0 0 0 100.0 5.77
WOS26 0 0 0 0 100.0 4.71
WOS27 0 0 0 1 99.0 4.76
WOS28 0 0 0 0 100.0 5.92
WOS29 0 0 0 0 100.0 5.19
WOS30 0 0 0 1 99.0 5.46
WOS31 0 0 0 1 99.0 5.72
WQOS32 0 0 0 0 100.0 5.78
WOS33 0 0 0 1 99.0 7.56
WOS34 0 0 0 1 99.0 8.02
WOS35 0 0 0 0 100.0 7.46




WOS36 0 0 0 1 99.0 5.32
WOS37 0 0 0 1 99.0 6.12
WOS38 0 0 0 1 99.0 4.36

“The data of WOS1 5and WOS 6 38 were cited from Guo et al. (2018) and Cao et al. (2015), respectively.
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Figure 1S. Total ion currents of the standards adding tests for COS

A: 2.5 ppb standards; B: COS; and C: 2.5 ppb standards added in COS.
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Figure 2S. Total ion currents of the standards adding tests for CM
A: 5 ppb standards; B: CM; and C: 5 ppb standards added in CM.
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Figure 3S. Total ion currents of the standards adding tests for AB

A: 10 ppb standards; B: AB; and C: 100 ppb standards added in AB and then

diluted to 1:10.
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Figure 4S. Total ion currents of the standards adding tests for LE

A: 5 ppb standards; B: LE; and C: 15 ppb standards added in LE.
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Figure 5S. Total ion currents of the standards adding tests for AA
A: 5 ppb standards; B: AA; and C: 2 ppb standards added in AA.
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