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21 Table S1. Parameter optimization of AntDAS2, XCMS, MZmine2 and MS-DIAL
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Method Parameter optimization
MZmine2 Feature detection: Polarity: Positive, Spectrum type: Centroided, Mass list name: masses
ADAP chromatogram builder: Group intensity threshold = 1.0E2, Min highest intensity = 1.0E2, m.z
tolerance = 0.01 m/z or 10.0 ppm, Suffix = Chromatograms-adap
Deconvolution: Algorithm: Wavelets, m/z center calculation: MEDIAN
Remove of isotopes: m/z tolerance:0.01 m/z or 10.0 ppm, Retention time tolerance:0.05 min
Time correction: m/z tolerance:0.01 m/z or20. Oppm, Retention time tolerance: 1.0 min, Minimum standard
intensity: 1.0E2
Peak alignment : RANSAC aligner, m/z tolerance=0.01 Da or 20.0 ppm, RT tolerance after correction=0.1
absolute (min), Minimum number of points=20.0%
Peak filling : m/z tolerance: 0.001, m/z or 5.0 ppm
Normalized : m/z tolerance: 0.01 m/z or 20.0 ppm, Retention time tolerance: 1.0 min, Minimum standard
intensity: 1.0E02
XCMS defult
MS- Feature detection: MS1 tolerance = 0.01 Da, Mass slice width = 0.1 Da, Retention time tolerance = 0.5 min,
DIAL Mass slice width: 0.1 Da
Feature detection: default
Adduct: MS1 tolerance = 0.01 Da, Retention time tolerance = 0.5 min, Adducts=[M+H]*, [M+NH,4]",
[M+Na]*, [M+CH;O0H+H]", [M+K]", [M+ACN+H]", [M+H-H,O]", [M+H-2H,0]", [M+2Na-H]*,
[M+ACN+Na]t, [M+2K-H]", [M+2ACN+H]*
AntDAS2  defult
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25 Table S2. The finally screened 70 features from the developed strategy
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RT (min) m/z RT (min) m/z RT (min) m/z
1.053 247.1864 7.497 239.0807 10.443 303.1945
1.450 127.1223 7.497 254.1039 10.448 405.2619
1.462 384.2471 7.494 271.1068 10.445 450.3200
1.472 267.1685 7.491 315.0968 10.705 482.3451
1.666 230.0241 7.494 345.1066 10.705 317.2097
1.665 234.0180 7.491 347.1228 10.967 207.0904
2.053 206.1394 7.494 378.1651 10.959 441.1654
2.902 268.1903 7.491 385.0783 10.963 455.1806
3.182 384.1656 7.491 392.1806 10.958 469.1968
3.340 358.1215 7.612 268.0965 10.959 567.2317
5.882 609.2771 7.613 284.0910 10.965 611.2592
5.906 211.0746 7.890 110.0958 11.144 199.1475
5.908 305.1750 7.889 125.1066 11.136 303.1943
5.909 515.2427 7.888 153.1017 11.137 464.3361
6.243 607.2620 7.886 324.1370 11.425 473.2849
6.759 321.1003 7.893 362.0921 11.424 496.3609
6.763 347.0795 9.735 510.3397 11.439 464.3355
6.759 446.1839 9.766 382.0597 11.454 510.3400
6.944 91.0541 9.791 338.0335 11.548 455.2379
6.947 172.0421 9.788 352.0490 11.546 478.3141
6.945 271.1105 9.791 429.1320 12.098 524.3558
7.305 230.1896 9.838 528.2133 12.195 492.3296
7.305 453.2740 9.842 573.2708
7.491 195.0911 10.447 199.1474




27

4
1 %10 1 67,1597
o 08
Compound Name: 2, 2 08
2 2 0,
Atenclol 2 N
tenoclo PE' % 0
=2 o2 268.1626
g 5 269.1653
14 7] 16 250 255 260 265 270 275 280 285 290 295 300
Time (min} m/z
4
2 x10 i
e 2300155
Compound Name: 08 e
Clonidine hydrochloride > 10 £ 0s 2
13 -
8 £ 04
€5
- 02 2310183
5 3334152
o ; :
15 2 220 225 230 235 240 245 250
Time (min} m/z
x10* 2061318
3 s il
Compound Name: - 08|
Phenformin hydrochloride zwo R
5}
2 £
- the 207.1344
9 1030053 164.1114
2 22 100 120 140 160 180 200 220
Time (min) m/z
4  x10° 1- 266.1805
Compound Name: 3 -
Metoprolol-tartrate salt P %‘ i
- £ 06-
g 2
g1 E 04
- 02 269,1832
0 116.]024 ‘226.134#70,1?51
28 3 32 100 140 180 220 260 300
Time {min) m/z
4
5 x10 |
384.1515
Compound Name: 13 -
Prazosin hydrechloride s %‘ ’
&0 c 08
2 2
g £ o4
= & 02 385.1540
P g ; ' : 386.1561
31 32 33 382 383 334 385 386 387 388
Time (min) m/z
H
*10 1 58.1083
Compound Name: 2z
Rosiglitazone maleate 2 Zos
£ § 0.6
g £
2 £ 04
&3 3591107
5 1350855 peoro7s
g 34 36 100 150 200 250 300 350 400 450
Time (min) m/z
7 3 x10 ! 609.2556
Compound Name: o5 :
Reserpine 2 ™
gz 2 2 06
: z
=1, = 04 610.2589
02
611.2612
a o . i :
58 5.9 6 606 607 608 609 610 611 612 613
Time (mi miz
8 6 x107 T 5152236
Compound Name: osl
Telmisartan z ., & ™
2 < 06, 211.0668 3051637
g
£, Z o4 5162262
0.2 12.0701
a o | zsajise o
58 6 150 200 250 300 350 400 450 500 550
Time (min) m/z
4
9 3¢ 10 1 445.1675
08
Compound Name: Zz2 2 06
Glipizide s 5 g4 3210882
£ £ 7.1700
02 347.0665 468.1481
3 3220915 i
68 69 7 300 340 380 420 460 500
Time (min) m/z

105.0692

x10%
2 1 293.1597
z 2z 08
2 z
I g0
2 = 2511379
= = B 163.0383
02 7.2690 523.3000
0 ) ﬂ”ﬁi 4102378
15 2 %9 700 200 300 400 500 600 700
Time (min) m/z
x10% i
10 230.0239
208 -
= 2 e 2320209
25 o
T E g4
£
02 231.0264
[ 3350038
015 224 226 228 230 232 234 236 238 240
Time (min)
4
=10
| 06.1393
6 > 08
]
z, oo
= £
L = 04
2
207.1422
]
2 22

Intensity

Intensity

Intensity

Intensity

Intensity

80 100 120 140 160 180 200 220 240
m/z

Time (min)
5
T Ty 2681899
208"
F
£ 06-
1 =
£ pal
02} 269.192¢
a ) 2701954
3 32 265 266 267 268 269 270 271272 273 274 275
Time (min) m/z
s %10° 1 384.1655
208"
g 0.6
1 8-
£ 04
i 385.1680
B " 136.0749 o 705
3 35 100 150 200 250 300 350 400 450
Time (min) m/z
4
5"10 1 3581211
> 08
- =4
5 g
E 06
£ 04
8 5L 3501238
135.0005 360.1207
93z 34 36 100 150 200 250 300 350 400 450
Time [min) m/z
sx10* 1
09.2772
=08
2 b
g ve
4 = 04 £10.2803
02
611.2825
0 0 .
58 59 6 605 607 609 611 613 615
Time (min} m/z
78
0 ! 515.2423
2 > 08
=
=
E 06
1 £ g4 1516.2450
i 11.0746305.1748
) rzwz.w?g 517.2477
0 s 2586256 i e
& 65 150 200 250 300 350 400 450 500 550 600
Time (min) m/z
4
x10 i
3 ! ld6.1837
. 08
2 o
5 . 321.1003
| £ 04 g 4681653
E 02 347.0704 14471865
. p b22031 491.2422
67 68 69 250 300 350 400 450 500 550
Time {min) m/z



28 Figure S1. EICs and mass spectra of 18 standards in mixture (left two columns) and Goujiya
29 Tea matrix.
30
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32 Figure S1 continued.
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Figure S2. PCA analysis results based on screened features. (A) Mzmine2, (B) XCMS, (C)

MS-DIAL, and (D) AntDAS2. ‘G1’ and ‘G2’ represent the reference and illegal additive

groups, respectively.



