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ISR

60 pL
M 90 uL
, 10 min
940 pL
3,500 rpm, 5min
100mM (pH9.1) 1000 pL
100mM (pH 6.5) 3000 pL
B- 10 pL
37 ,90min
10 500 pL
OasisMAX 96well plate

0.05% 90 1mL,

1.5mL

1mL

1mL

1mL
0.2 40 1mL
0.2% 90 1.5mL

500 pL

500 pL

ESI-negative
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m/z

1. LC/IMSIMS
LC ACQUITY UPLCH-Class Waters
MS QTRAPG6500 AB SCIEX
BEH Phenyl  2.1x50 mm,1.7 um  \Waters
AtlantisT3  2.1x50 mm,3um Waters
A 0.02% 5mM
B

(B) 2%(0min-0.5min)—7.5%(2.0-5.0min)— 15%(6.5min-11min)—40%(11.5min-

15min) —80%(15.1min-18min) —2%(18.1min-24min)
60pL
40
ESI-Negative
MnBP MiBP 220.98>76.89 . 220.98>177.02
MBzP 254.89 > 182.96 , 254.89>76.93
MEHP 276.99 > 133.91 , 276.99 > 126.96
MEHHP 292.95 > 145.08 . 292.95>120.95
MECPP 306.81 > 158.95 , 306.81>112.99
cx-MiNP  320.88 > 173.01 . 320.88>120.88

MnBP-ds 224.98 > 80.95
MiBP-ds 224.98 > 80.95
MBzP-d; 258.96 > 187.01
MEHP-d; 280.99 > 138.03
MEHHP-13C4 296.97 > 144.97
MECPP-3C, 310.92 > 158.94
cx-MiNP-d;  324.73 > 173.02
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2. IDL
MnBP MiBP MBzP MEHP MEHHP MECPP cx-MiNP
mL 0.5 0.5 05 05 05 0.5 0.5
3 3 3 3 3 3 3
mL 1 1 1 1 1 1 1
ng/mL 0.5 0.2 0.05 0.05 0.02 0.02 0.02
ne 60 60 60 60 60 60 60
1 (ng/mL) 0511 0224 0.0483 0.0499 0.0214 0.0205 0.0189
2 (ng/mL) 0512 0221 0.0488 0.0504 0.0244 0.0202 0.0194
3 (ng/mL) 0.488 0.207 0.0484 0.0500 0.0216 0.0207 0.0202
4 (ng/mL) 0496 0.183 0.0498 0.0501 0.0224 0.0223 0.0192
5 (ng/mL) 0471 0218 0.0506 0.0466 0.0234 0.0195 0.0192
6 (ng/mL) 0511 0.200 0.0453 0.0452 0.0212 0.0197 0.0180
7 (ng/mL) 0516 0201 0.0500 0.0495 0.0226 0.0200 0.0186
(ng/mL) 0.501 0.208 0.049 0.049 0.022 0.020 0.019
(ng/mL) 0.0167 0.0146 0.0017 0.0021 0.0012 0.0009 0.0007
IDL  ng/mL 0.065 0.057 0.0070 0.0090 0.0046 0.0036 0.0028
IDL ng/mL 0.39 0.34 0.042 0.054 0.028 0.022 0.017
CV % 3.3 7.0 3.6 4.2 52 4.5 3.6
IDL = tpn100sxsx2
S t(n-1,005) n-1
a =0.05 t
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3. MDL MQL
MnBP MiBP MBzP MEHP  MEHHP MECPP cx-MiNP
mL 0.5 0.5 05 05 0.5 0.5 0.5
3 3 3 3 3 3 3
mL 1 1 1 1 1 1 1
ne 60 60 60 60 60 60 60
1 (ng/mL) 5.58 2.38 1.08 0.899 1.08 0.666 0.398
2 (ng/mL) 501 237 108 083 110 0645 0443
3 (ng/mL) 5.60 2.35 1.09 0.890 0.953 0.685 0.399
4  (ng/mL) 5.97 2.06 0.953 0.709 1.07 0.663 0.420
5 (ng/mL) 5.74 2.24 1.08 0.725 1.06 0.723 0.409
6 (ng/mL) 570 226 104 080 111 068  0.406
7 (ng/mL) 5.74 221 1.05 0.735 1.13 0.645 0.479
(ng/mL) 5.75 2.27 1.05 0.803 1.07 0.674 0.422
(ng/mL) 0.146 0.112 0.0479 0.0797 0.0568 0.0277 0.0294
MDL  ng/mL 0.57 0.44 0.19 0.31 0.23 011 0.12
MQL ng/mL 15 12 0.50 0.80 0.57 0.28 0.30
CV % 25 5.0 4.6 9.9 53 4.1 7.0
% 66 63 55 63 51 53 44
MDL = 008X s X2
MQL = sx10
t(n-1,0.05) n-1
a =0.05
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4. BL

MnBP MiBP MBzP MEHP MEHHP MECPP cx-MiNP

mL 05 05 05 05 05 05 05

3 3 3 3 3 3 3

mL 1 1 1 1

ul 60 60 60 60 60 60 60
o <057 <044 <019 <031 <023 <011  <0.12
(ng/ml.) (000) (0.00) (0000 (0.11) (0.00) (0.00)  (0.00)
(ng/mL) <057 <044 <019 <031 <023 <011 <012
(000) (0000 (000) (0.21) (0.00) (0.00)  (0.00)
o <057 <044 <019 <031 <023 <011  <0.12
(ng/ml.) (000) (0.00) (0.00) (0.16) (0.00) (0.00)  (0.00)
(ng/mL) <057 <044 <019 <031 <023 <011 <012
(000) (0000 (000) (0.17) (0.00) (0.00)  (0.00)
o <057 <044 <019 <031 <023 <011 <012
(ng/ml.) (000) (0.00) (0000 (0.17) (0.00) (0.00)  (0.00)
(g/mL) <057 <044 <019 <031 <023 <011 <012
(000) (0000 (000) (0.15) (0.00) (0.00)  (0.00)
o <057 <044 <019 <031 <023 <011 <012
(ng/ml.) (000) (0.00) (0.00) (0.8) (0.00) (0.00)  (0.00)
(ng/mL) <057 <044 <019 <031 <023 <011 <012
9 (000) (0000 (000) (0.17) (0.00) (0.00)  (0.00)
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MnBP MiBP MBzP MEHP MEHHP MECPP cx-MiNP

mL 05 05 05 05 05 05 05

3 3 3 3 3 3 3

mL 1 1 1 1 1 1 1

(ng) 6 6 6 6 6 6 6
ng/mL 12 12 12 12 12 12 12

ul 60 60 60 60 60 60 60
(ng/mL) 0.72 0.00 0.00 0.80 0.31 0.67 0.09

1 (ng/mL) 115 13.7 13.1 12.5 11.7 12.0 11.1
2 (ng/mL) 12.4 13.2 12.4 11.3 11.3 13.1 12.1
3 (ng/mL) 13.0 12.9 13.2 12.7 114 12.2 11.9
4 (ng/mL) 12.9 13.0 12.8 12.3 12.5 113 1214
5 (ng/mL) 12.4 13.6 13.6 11.7 11.9 122 1323
6 (ng/mL) 12.3 13.0 12.7 12.0 10.3 12.9 132
7 (ng/mL) 12.4 13.2 12.8 12.0 114 133 145
(ng/mL) 12.4 13.2 12.9 12.1 115 12.4 12.6
(ng/mL) 0490 0308 0384 0483 0656 0741  1.143

oV % 4.0 23 3.0 40 5.7 6.0 9.1
% 97 110 108 94 93 98 104

% 71 72 63 66 68 55 60
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6.

No. MnBP MiBP MBzP MEHP MEHHP MECPP cx-MiNP
001 37 6.4 <0.19 8.0 <0.23 0.38 <0.12
002 30 71 <0.19 7.8 <0.23 0.20 <0.12
003 18 39 <0.19 0.75 <0.23 0.18 <0.12
004 33 10 <0.19 8.6 <0.23 0.35 <0.12
005 12 52 <0.19 6.4 <0.23 0.21 <0.12
006 27 8.6 <0.19 <0.31 <0.23 0.28 <0.12
007 27 6.2 <0.19 0.32 <0.23 0.19 <0.12
008 25 85 0.74 1.8 0.54 31 <0.12
009 27 6.4 <0.19 <0.31 <0.23 <0.11 <0.12
010 38 11 <0.19 0.42 <0.23 0.28 <0.12
011 14 52 <0.19 <0.31 <0.23 0.12 <0.12
012 28 12 <0.19 0.58 <0.23 0.38 <0.12
013 18 7.2 <0.19 <0.31 <0.23 0.15 <0.12
014 4.8 1.7 <0.19 <0.31 <0.23 0.16 <0.12
015 6.7 33 <0.19 0.34 <0.23 0.46 <0.12
016 8.3 3.8 <0.19 <0.31 <0.23 0.15 <0.12
017 7.4 2.6 <0.19 <0.31 <0.23 0.27 <0.12
018 7.4 3.6 <0.19 0.52 <0.23 0.47 <0.12
019 11 4.6 <0.19 0.39 <0.23 0.35 <0.12
020 19 5.6 <0.19 18 <0.23 0.15 <0.12
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(ng/mL)  (ng/mlL) (%)

MnBP 30 31 3.3
MiBP 7.1 7.6 6.8
MBzP <0.19 <0.19 -
MEHP 7.8 8.0 2.5
MEHHP <0.23 <0.23 -
MECPP 0.20 0.19 51
cX-MiNP <0.12 <0.12 -




