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ssDNA

( a) ssDNA

Charge Fragmentation o

State Method lon Count by Type Seq. Coverage (%)
aB| a b 2 y o d % w All ion Only a-B,w

types ions

HCD 9 0 0 1 3 2 3 3 9 79 68

4- UVPD 14 5 0 3 0 1 4 3 | 16 89 89

a-EPD 8 9 0 6 1 1 10 4 11 74 58

HCD 4 0 3 0 5 2 2 4 4 53 42

5- UVPD 6 12| 5 10 1 2 15 2 | 18 100 100

a-EPD 15 16| 6 17 O 8 15 7 | 18 100 100

HCD 5 0 3 0 5 4 2 4 4 53 47

6- UVPD i7 15| 0 18 3 3 16 6 | 18 100 100

a-EPD 14 15| 0 16 O 8 15 4 | 18 100 95

( b) ssDNA-AgC

' Charge F'ragmentati'on 5

State Method lon Count by Type Seq. Coverage (%)
il 3 b = y & a ~ o All ion Only a-B,w

types ions

HCD 6 0 0 0 4 3 2 4 4 53 53

4- UVPD 7 1 0 0 2 0 2 2 6 74 68

a-EPD 5 0 0 0 4 3 4 3 4 53 47

HCD 5 0 1 0 4 2 2 5 3 47 42

5- UVPD 7 0 0 0 0 0 5 0 6 74 68

a-EPD 7 2 1 4 5 5 2 8 84 74

HCD 3 0 1 0 4 3 1 4 3 47 32

6- UVPD 9 1 0 1 0 0 5 0 6 79 79

a-EPD 7 0 1 1 4 3 5 3 8 74 74

Table S1. Summarized tables of ion type distributions and sequence coverage across various charge
states and fragmentation methods for ssDNA CCC CAA CTC CTT CCC GCC AC (a) without and (b) with
silver cluster. Above tables were used to create main text Figure 2 and Figure S23.
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ssDNAeAg,, holo ions

lon Type Mass (Exp) (?l?ess) Error (Da) Error (ppm)
10 a-B 3835.444 3831.52298 3.92 1022.8
12 a-B 4426.547 4424.61498 1.93 436.6
13 a-B 4732.591 4728.66098 3.93 830.8
14 a-B 5020.634 5017.70698 2.93 583.2
15 a-B 5309.679 5306.75298 2.93 551.2
16 a-B 5598.724 5595.79898 2.93 522.6
17 a-B 5926.777 5924.85098 1.93 325.0
18 a-B 6217.823 6213.89698 3.93 631.6
19 a-B 6504.867 6502.94298 1.92 295.8
10 w 4073.468 4071.53798 1.93 473.9
1 w 4362.513 4360.58398 1.93 442.3
12 w 4652.558 4649.62998 2.93 629.5
13 w 4955.602 4953.67498 1.93 388.9
14 w 5247.648 5242.72098 4,93 939.3
15 w 5558.704 5555.77898 2.93 526.3
16 w 5870.76 5868.83598 1.92 327.8
17 w 6159.805 6157.88198 1.92 312.2
18 w 06450.85 6446.92798 3.92 608.2
19 w 6738.894 6735.97398 2.92 433.4

Table S2. Table of identified holo ions from deconvoluted a-EPD spectrum of 6- charge state of single
stranded 20-mer oligonucleotide CCC CAA CTC CTT CCC GCC AC with silver cluster. Table highlights
systematic mass shifts of 1.9, 2.9, 3.9, and 4.9 Da observed for deconvoluted holo ions due to the
interference of Ag isotope patterns with the utilized deconvolution method. This effect is also seen in
the deconvoluted a-EPD spectra — instead of a single deconvoluted holo ion peak, we observe groups
of holo ion peaks separated by multiples of 1.0 Da, further highlighting the systematic deconvolution
mass errors that occur when ions containing silver atoms are deconvoluted. The columns entitled lon

and Type indicate the assignment of the fragment ion: an-B or wy, in which the number n (listed in lon

column) represents the number of nucleotides contained in the fragment.
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Length Exact

SIS (nt) Mass (Da)
ssDNA CCC CAACTCCTT CCC GCCAC 20 5876.003
hpDNA CCCCAACTCCTTCCC GCCTTTTGG CGG G 28 8424.389
ssDNA-AgC |CCC CAACTC CTT CCC GCCAC + AgC 20 6945.054
hpDNA-AQC |CCC CAACTCCTTCCC GCCTTTTGG CGG G + AgC 28 9493.440

Table S3. Sequences and masses of all DNA and DNA-AgC samples studied. All sequences are listed from
5’ to 3’ end, and DNA hairpin regions are underlined.
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Figure S1. (A) Absorption spectra of the ssDNA-Agio complexes (solid violet) and the hpDNA — Agio

complexes (solid blue). The excitation maximum and shape for the hpDNA-Ag1o complex (dotted black)
match the absorption transition. The emission band for the hpDNA-Ag10 complex (solid green) has Amax

=550 nm. (B) Emission spectra of hpDNA-Ag10. The emission band does not shift over the range of
excitation wavelengths from 440 nm to 540 nm. These overlapping spectra support a single type of

cluster. Adopted from Reference 41.
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Figure S2. Negative-mode deconvoluted MS1 spectra of single stranded 20-mer oligonucleotide CCC
CAA CTC CTT CCC GCC ACin 50 mM ammonium acetate (a) without and (b) with the AgC.

S7



100 4

8424.284

(a) hpDNA

8291234

4212132 4573.701 4862743 5470.828 5759.869 6352.954 6641.999 7557.143 7846.179 ‘ |
el 1 1 1 - 1 | mn

1004

4500 5500 6000

LS B B

4000

LI L S B e S
6500
Mass

(b) hpDNA-AgC

T
5000 7000 8000 8500

9497 313

8958797

9604.206

8745003

8424.305
5675.949
3995.636 4862.762 5166.810 ‘ ‘ 6519 348 6977.097

7846.230 ol

LR AL I I i s B B B I I
6000 6500 7000 7500
Mass

4000 4500 5000 5500

8000

} t
8500

2000

9500

Figure S3. Negative-mode deconvoluted MS1 spectra of hairpin 28-mer oligonucleotide CCC CAA CTC
CTT CCCGCCTTT TGG CGG G in 50 mM ammonium acetate (a) without and (b) with the Ag.
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S11



00 ) BOD 1000 1200 1400 (600 CEOD 2000 zzuﬂ 2400 2600 2800 B000  3Z00  MLD 3600

“4s6.04

IR
ST PN T S A

%50 50 X100
146844

143473

B18.11 18720

596.08

aus.15

195788
1907.28

#8508
67512 150657 131005
984,10

125321

1878.42 T,
omenay 224

2348 58

(b)

100
803
EXD;
Il i
sn;

504

iDeconvoluted

198,208

1 e2n112

$09.158

1264218

1587, 275 163&5

1 s

DNA (4-)
UVPD 1p 1mJ

268146
|

2042.45

2776.02 “ ‘

\ \‘ l "
| 21884 | ||| zeasae
!.I‘L‘I,._Jhwi}a‘-i”u Ay u“uluLu. e m ‘,Jle‘qn"HNll\i_""‘ 311249 333548 350700

/00 4000

5666 908

4526.735
5612.698

544 833 433,891
L ‘ I. iy .HJ Ly

15,693

g“ .ML uuu[ [

‘ l l‘
500

1200 1500 2000 2500 3000 3500 P 4500 5000 5500

Mass

| | ‘ 2ms 345 2473421 2762487 3291525 3864 61
I \ 1 | A=)
t

(c)

Ion Type

a-B

Mass (Exp)

676.127
965.172
1254.218
1567.275
1880.330
2473.421
2762.467
3659.603
3948.648
4237.697
4526.738
4855.792
5144.833
5433.881
497 117
4876.757
4965.824
5254.875
5567.928
521.128
5278.890
5567.945
578.091
596.101
885.146
4157.669
5064.805
602.102
891.147
5359.795
620.112
909.158
1198.203
1527.255
1816.299
2105.345
2394.394
3002.479
3291.525
3884.619
4173.664
4486.716
4799.777
5088.820
5377.864
5666.908

676.128
965.174
1254.220
1567.277
1880.334
2473.426
2762.472
3659.610
3948.656
4237.702
4526.748
4855.800
5144.846
5433.892
497.118
4876.795
4965.841
5254.888
5567.945
521.129
5278.899
5567.945
578.099
596.103
885.150
4157.681
5064.826
602.103
891.150
5359.873
620.113
909.1589
1198.205
1527.257
1816.303
2105.349
2394.395
3002.487
3291.533
3884.624
4173.670
4486.728
4799.785
5088.831
5377.877
5666.923

1.5
2.1
1.6
1.3
21
2.0
1.8
1.9
2.0
1.2
22
1.6
2.5
20
2.0
8.1
34
25
31
1
1.7
0.0
138
3.4
4.5
2.9
4.1
1.7
3.4
14.6
1.6
1.1
1.7
1.3
22
1.8
0.4
2.7
2.4
1.3
1.4
2.7
1.7
2.2
2.4
26

Mass (Theo) ppm error

Figure S7. (a) UVPD spectrum of 4- charge state (m/z 1468) of single stranded 20-mer oligonucleotide
CCC CAA CTC CTT CCC GCC AC, (b) deconvoluted spectrum and (c) tabulated sequence ion assignments

and mass error values (ppm). The columns entitled lon and Type indicate the assignment of the

fragment ion: an-B, Cn, dn, Xn, Yn, Wn, Zn, in Which the number n (listed in the lon column) represents the
number of nucleotides contained in the fragment. lons are grouped by type.
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the number n (listed in the lon column) represents the number of nucleotides contained in the

fragment. lons are grouped by type.
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Figure S9. (a) HCD spectrum of 5- charge state (m/z 1174) of single stranded 20-mer oligonucleotide
CCC CAA CTC CTT CCC GCCAC, (b) deconvoluted spectrum and (c) tabulated sequence ion assignments

and mass error values (ppm). The columns entitled lon and Type indicate the assignment of the

fragment ion: an-B, cn, dn, Xn, Yn, Whn, Zn, in Which the number n (listed in the lon column) represents the

number of nucleotides contained in the fragment. lons are grouped by type.
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Figure S10. (a) UVPD spectrum of 5- charge state (m/z 1174)

of single stranded 20-mer oligonucleotide CCC CAA CTC CTT
CCC GCCAC, (b) deconvoluted spectrum and (c) tabulated
sequence ion assignments and mass error values (ppm).
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Figure S11. (a) a-EPD spectrum of 5- charge state (UVPD of
5- of m/z 1174, HCD of subsequent 4e- of m/z 1468) of single
stranded 20-mer oligonucleotide CCC CAA CTC CTT CCC GCC
AC, (b) deconvoluted spectrum and (c) tabulated sequence

ion assignments and mass error values (ppm).
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Figure S12. (a) HCD spectrum of 6- charge state (m/z 978) of single stranded 20-mer oligonucleotide
CCC CAA CTC CTT CCC GCC AC, (b) deconvoluted spectrum and (c) tabulated sequence ion assignments

and mass error values (ppm). The columns entitled lon and Type indicate the assignment of the

fragment ion: an-B, Cn, dn, Xn, Yn, Wn, Zs, in Which the number n (listed in the lon column) represents the

number of nucleotides contained in the fragment. lons are grouped by type.
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Figure S13. (a) UVPD spectrum of 6- charge state (m/z 978)
of single stranded 20-mer oligonucleotide CCC CAA CTC CTT
CCC GCCAC, (b) deconvoluted spectrum and (c) tabulated
sequence ion assignments and mass error values (ppm).

O

22ecwonrwnd

Type

Mass (Exp)

387.083
676.130
965.177
1254.223
1567.281
1880.339
2169.385
2473431
2762.478
3051.523
3355.568
3659.617
3848662
4237.711
4526.748
5144 854
5433.902
497.119
1075.211
1388.269
1701.327
1990.373
2294.419
2583 466
3176.558
3769.652
4058.699
4347.749
4676.795
4965.844
5254.894
5567.950
521.130
810.177
1099.223
1428.276
1717.322
2006.368
2295.421
2599.462
2903.508
3192.553
3481.606
3785.647
4074.689
4387.753
4700.806
4989.854
5278.900
5567950
23144289
2022.524
4719.819
578.093
4139.673
4757 771
596.104
885.150
M74.197
1487.254
1800.313
2089.358
2682.454
2971.497
3275.643
3868.636
4157 883
4446.731
4775.780
5064.832
5353.875
5666.930
289.046
602.104
891.151
1509.249
4781.780
5369.892
620.115
909.161
1198.207
1527.261
1816.307
2105.353
2394 403
2698.443
3002.491
3291.537
3580.589
3884.632
4173.676
4486.733
4799.785
5088.839
5377.884
5666.930

Mass (Theo)

387.082
676.128
985.174
1254.220
1567 277
1880.334
2169.380
2473 428
2762.472
3051.518
3355.564
3659.610
3948.856
4237.702
4526.748
5144 848
5433.892
487.118
1075.211
1388.268
1701.326
1990.372
2294.418
2583 465
3176.557
3769.850
4058.696
4347.742
4676.785
4965.841
5254.888
5567.945
521.129
810.176
1099.222
1428.275
1717.321
2006.367
2295414
2599.460
2903.508
3192.552
3481.598
3785845
4074.691
4387.749
4700.806
4989.852
5278.899
5567.945
2314.429
2922.521
4719.819
578.093
4139.673
4757 771
696.103
885.150
1174.198
1487.254
1800.311
2089.358
2682.450
2971.496
3276.542
3868.635
4157 881
4446.728
4775.780
5064.828
5353.873
5666 930
289.046
602.103
891.150
1509.249
4781.780
6359.873
620.113
8508.159
1198.205
1627.257
1816.303
2105.349
2394.395
2698.441
3002.487
3291.533
3580.579
3884.624
4173.670
4486.728
4799.785
5088.831
5377.877
5666 923

ppm error
26

518



Type Mass (Exp) Mass (Theo) ppm error
B676.125 B876.128 44

lon
3
4 965.170 965.174 4.1
5
100 TR DNA (6-) : 1254.215 1254.220 4.0
1
8

: 1567271 1567.277 38
1880.326 1880.334 43
e a'E PD 2169.369 2169.380 51
% 3 2473.414 2473.426 48
10 aB 2782.459 2762.472 47
& > UVPD 1 P 1 mJ 11 3051504 3051518 45
™ 12 3355.547 3355.564 5.1
& > H C D N C E 1 8 13 3659.504 3659.610 44
2 14 3948.638 3948.656 4.6
15 4237 882 4237.702 a7
16 4526.727 4526.748 46
3 156527 19 5433867 5433.802 46
T " 2 497.116 497,118 4.0
=3 21 P 3 786.160 786.164 5.1
&% S e i 4 1075.204 1075211 6.5
- 172975 g 6 1701316 1701.326 59
S 1,10 b 7 1990.360 1090.372 6.0
el e P 8 2294,404 2294.418 6.1
CE | s 9 2583.449 2583.465 6.2
w9 Il | m | | 2120 10 2872497 267251 49
| ) 2073, a
5 | 1\ { \‘L W'L“x ﬂ." i ”F[\ J ¥ ‘ | 2286 p470.41 260324 DA1TT 3196238 323168 344287 364652 363513 306437 iy 2144540 Sii5g ol
E-ﬂUf‘JI ! EIL\“J‘ # 2:)“!]‘ ?‘DO:,‘ ' ;‘;L‘Ah LM‘MD'J "E:‘D "BOD '2"3“0‘ 22‘[‘& ' 2400 ZBUﬂ‘ ;EUJ ! 3000 ‘ ‘32:’3 3400 3500 ‘ 5800 k‘m‘,\'l a4 213352 47835 B
0 0 14 4058675 4058896 52
15 4347.720 4347.742 5.1
16 4676.769 4676.795 5.6
17 4965.810 4965.841 6.2
18 5264858 5254.888 57
19 5567.013 5567.045 57
6 1717 311 1717321 58
7 2006.355 2006.3687 6.0
9 o 2500 4dd. 2509.460 6.2
e 11 3192.532 3192.552 6.3
100 13 3785.625 3785.645 53
Deco nVOI utEd 14 4074.667 4074.681 5.9
A7 2 521.127 521.129 3.8
i 3 810.171 810.176 6.2
8 n 1089.215 1099.222 6.4
3 5 1428.267 1428.275 5.6
04 B8 1717311 1717.321 58
] 7 2006.355 2006.367 6.0
80 3 2205406 2295.414 a5
9 2599.444 2599.460 6.2
a0 ] 10 z 2903.489 2903.506 5.9
i 11 3192.532 3192.552 6.3
o 12 3481.585 3481508 ar
4 13 3785.625 3785.645 5.3
o 4528731 14 14074867 4074.891 59
15 4387.727 4387.749 5.0
1527.251
e e ) 17 4989.820 499,852 6.4
1 oot 900156 s AT —_—— 18 5278.865 5278.899 6.4
i ’ 3291517 3669506 1 5567.913 5567.045 i
g | . 4 1156.178 1156.191 112
3 A 5555854 7 2071.334 2071.352 8.7
fiz 0 8 2375.374 2375.397 9.7
500 1000 1500 2000 2500 3UUUM- ) 3500 4000 4500 5000 5500 10 2953.469 2053.480 6.8
e 11 & 3257 516 3257.535 58
13 3850567 3850.627 7.8
16 4757.746 4757.771 53
17 5046.801 5046.817 3.2
2 596.100 596,103 5.0
3 885,144 885.150 6.8
1 1174189 1174.196 6.0
5 1487 245 1487 254 6.1
5 1800.300 1800311 6.1
7 2089.343 2089.358 7.2
9 2682.436 2682.450 5.2
10 d 2971.479 2971.498 57
11 3275.522 3275.542 6.1
12 3579.564 3579.588 6.7
13 3866612 3866.635 59
14 4157 .656 4157.681 6.0
15 4446.701 4446.728 6.1
16 4775.752 4775.780 59
17 5064.799 5064.826 53
2 602.101 602.103 a3
3 891.144 891.150 6.7
5 1509.240 1509.249 6.0
6 x 1798.286 1796.295 50
7 2087.329 2087.341 8.7
15 1488 695 4468722 60
.
Figure S14. (a) a-EPD spectrum of 6- charge state (UVPD of 1 Phii B FLIIR #
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Figure S15. (a) HCD spectrum of 4- charge state (m/z 1736) of single stranded 20-mer oligonucleotide
CCC CAA CTC CTT CCC GCC AC with silver cluster, (b) deconvoluted spectrum and (c) tabulated
sequence ion assignments and mass error values (ppm). The columns entitled lon and Type indicate
the assignment of the fragment ion: an-B, ¢n, dn, Xn, Yn, Wn, Z, in Which the number n (listed in the lon
column) represents the number of nucleotides contained in the fragment. lons are grouped by type.
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Figure S16. (a) UVPD spectrum of 4- charge state (m/z 1736) of single stranded 20-mer oligonucleotide
CCC CAA CTC CTT CCC GCC AC with silver cluster, (b) deconvoluted spectrum and (c) tabulated
sequence ion assignments and mass error values (ppm). The columns entitled lon and Type indicate
the assignment of the fragment ion: a,-B, ¢, dn, Xn, Yn, Wn, Zn, in Which the number n (listed in the lon
column) represents the number of nucleotides contained in the fragment. lons are grouped by type.
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Figure S17. (a) a-EPD spectrum of 4- charge state (UVPD of 4- of m/z 1736, HCD of subsequent 3e- of
m/z 2315) of single stranded 20-mer oligonucleotide CCC CAA CTC CTT CCC GCC AC with silver cluster,
(b) deconvoluted spectrum and (c) tabulated sequence ion assignments and mass error values (ppm).

The columns entitled lon and Type indicate the assignment of the fragment ion: an-B, ¢, dn, Xn, Yn, Wh,
Zn, in which the number n (listed in the lon column) represents the number of nucleotides contained in
the fragment. lons are grouped by type.
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Figure S18. (a) HCD spectrum of 5- charge state (m/z 1389) of single stranded 20-mer oligonucleotide
CCC CAA CTC CTT CCC GCC AC with silver cluster, (b) deconvoluted spectrum and (c) tabulated
sequence ion assignments and mass error values (ppm). The columns entitled lon and Type indicate
the assignment of the fragment ion: a,-B, ¢, dn, Xn, Yn, Wn, Zs, in which the number n (listed in the lon
column) represents the number of nucleotides contained in the fragment. lons are grouped by type.
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Figure S19. (a) UVPD spectrum of 5- charge state (m/z 1389) of single stranded 20-mer oligonucleotide
CCC CAA CTC CTT CCC GCC AC with silver cluster, (b) deconvoluted spectrum and (c) tabulated
sequence ion assignments and mass error values (ppm). The columns entitled lon and Type indicate
the assignment of the fragment ion: a,-B, ¢, dn, Xn, Yn, Wi, Zn, in Which the number n (listed in the lon
column) represents the number of nucleotides contained in the fragment. lons are grouped by type.
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Figure S20. (a) a-EPD spectrum of 5- charge state (UVPD of 5- of m/z 1389, HCD of subsequent 4e- of
m/z 1736) of single stranded 20-mer oligonucleotide CCC CAA CTC CTT CCC GCC AC with silver cluster,
(b) deconvoluted spectrum and (c) tabulated sequence ion assignments and mass error values (ppm).
The columns entitled lon and Type indicate the assignment of the fragment ion: an-B, ¢, dn, Xn, Yn, Wh,
Zn, in which the number n (listed in the lon column) represents the number of nucleotides contained in
the fragment. lons are grouped by type.
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Figure S21. (a) HCD spectrum of 6- charge state (m/z 1157) of single stranded 20-mer oligonucleotide
CCC CAA CTC CTT CCC GCC AC with silver cluster, (b) deconvoluted spectrum and (c) tabulated
sequence ion assignments and mass error values (ppm). The columns entitled lon and Type indicate
the assignment of the fragment ion: an-B, ¢n, dn, Xn, Yn, Wn, Zp, in Which the number n (listed in the lon
column) represents the number of nucleotides contained in the fragment. lons are grouped by type.
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Figure S22. (a) UVPD spectrum of 6- charge state (m/z 1157) of single stranded 20-mer oligonucleotide
CCC CAA CTC CTT CCC GCC AC with silver cluster, (b) deconvoluted spectrum and (c) tabulated
sequence ion assignments and mass error values (ppm). The columns entitled lon and Type indicate
the assignment of the fragment ion: a,-B, ¢, dn, Xn, Yn, Wi, Zn, in Which the number n (listed in the lon

column) represents the number of nucleotides contained in the fragment. lons are grouped by type.
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Figure S23. (a) a-EPD spectrum of 6- charge state (UVPD of 6- of m/z 1157, HCD of subsequent 5e- of
m/z 1388) of single stranded 20-mer oligonucleotide CCC CAA CTC CTT CCC GCC AC with silver cluster,
(b) deconvoluted spectrum and (c) tabulated sequence ion assignments and mass error values (ppm).
The columns entitled lon and Type indicate the assignment of the fragment ion: an-B, ¢, dn, Xn, Yn, Wh,
Zn, in which the number n (listed in the lon column) represents the number of nucleotides contained in
the fragment. lons are grouped by type.
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Figure S24. Bar graphs of single stranded 20-mer oligonucleotide CCC CAA CTC CTT CCC GCC AC

sequence coverage for (a) lone DNA and (b) DNA-silver cluster sample across different fragmentation
methods and charge states. Graphs show calculated sequence coverage when all ion types are included

(blue) and when solely a-B and w ions are included (orange).
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Figure S25. (a) UVPD spectrum of 6- charge state (m/z 1403) and (b) a-EPD spectrum of 6- charge state
(UVPD of m/z 1403 followed HCD of 5e- charge state of m/z 1684) of hpDNA sample CCC CAA CTC CTT
CCC GCCTTT TGG CGG G; (c) tabulated sequence ion assignments and mass error values (ppm). The
columns entitled lon and Type indicate the assignment of the fragment ion: an-B, ¢, dn, Xn, Yn, Wn, Zn, in
which the number n (listed in the lon column) represents the number of nucleotides contained in the

fragment. lons are grouped by type.
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Figure $26. (a) UVPD spectrum of 6- charge state (m/z 1582) and (b) a-EPD spectrum of 6- charge state
(UVPD of m/z 1582 followed HCD of 5e- charge state of m/z 1899) of hpDNA-AgC sample CCC CAA CTC
CTT CCC GCCTTT TGG CGG G; (c) tabulated sequence ion assignments and mass error values (ppm for

apo ions, Da for holo ions). Holo ions once again show systematic mass error values of 1.8, 2.8, 3.8, 4.8,
5.8 Da due to interference of AgC with isotopic deconvolution algorithm.
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Figure S27. (a) Experimental and (b) theoretical isotopic distributions of ssDNA-AgC (5- charge state)
along with (c) calculated ppm error values. The results highlight the contribution of the partially
oxidized Agi0®* cluster to overall negatively-charged DNA-AgC complex.
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Figure S28. (a) Experimental and (b) theoretical isotopic distributions of hpDNA-AgC (6- charge state)
along with (c) calculated ppm error values. The results highlight the contribution of the partially
oxidized Ag10®* cluster to overall negatively-charged DNA-AgC complex
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Figure $29. Comparison of 213 and 193 nm a-EPD for characterization of the 6- charge state of the
ssDNA (CCC CAA CTC CTT CCC GCC AC): (a) 193 nm a-EPD spectrum, (b) 213 nm a-EPD spectrum, (c)
deconvoluted 193 nm a-EPD spectrum, (d) deconvoluted 213 nm a-EPD spectrum. a-EPD was
performed via UVPD of the 6- charge state (m/z 978), and subsequent HCD of the 5e- ion (m/z 1174).

S34



