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* Figure S1. LC/MS analyses of synthetic U-"C/”N-dG, -dA and —dC. Figure S1 shows total
ion chromatograms for uniformly “C, "N-labeled dA, dG and dC prepared by dephosphorylation
of their corresponding 5’-triphosphate deoxyribose nucleotide precursors, which include the
molecular ions and their depurinated nucleobase products.

(a)
= 150000
2 J
£ 1200004

8 90000

240.1

Q
o dC+H*
60000 -

30000

O 0 " 120 140 160 180 200 220 240 260 280 m/z

Abundanc
L 2391

(b)
200000,
g 1600001

% 120000

267.1

dA+H*

©
S
S
S
ISt
266.1

40000 ;

Abundan

© 200 220 240 260 280 miz

o
o
—
N
o
—
N
S -
—
o
o
—
o)
o

(©) _
-, 250000, §

< 200000;

& 150000} o :

100000 G+H™ § &

50000 ﬂ

Abundan

007 120 140 160 180 200 220 240 260 280 miz
Figure S1. Characterization of synthetic "C;"°N,-labeled 2'-deoxynucleoside
standards by electrospray ionization mass spectrometry (positive ion mode). “Cg"’N,-
labeled dC (a) and °C,,”N,-labeled dA, dG (b and c). The m/z values of each double-
labeled 2'-deoxynucleoside and free base are as follows: 239.1 for ’C,"°N,-dC and

118.0 for °C,"N,-C; 266.1 for °C,,"°N,-dA and 145.0 for "C5"N,-A; 282.1 for
C,,”N,-dG and 161.0 for "C;"N,-G.



* Figure S2. FElectrospray ionization LC/MS (selected ion mode) analysis of the formation of
PC,"N,-dX, dO and dI and "“C;"”N,-dU from the corresponding double-labeled forms of dG, dA

and dU, respectively.
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Figure S2. Electrospray ionization LC/MS (selected ion monitoring) analysis of the
formation of °C,,"’N,-dX, -dO and -dI and “C;"°N,-dU from the corresponding double-
labeled forms of dG, dA and dU, respectively. ""N-labeled 2'-deoxynucleosides served as the
internal standards for quantification. Analyses were performed with the following molecular
ions in positive ion mode (except dU): (a) °C,,""N,-X, m/z 162 and “N,-X, m/z 157; (b)
C,,"N,-dO, m/z 162 and "N,-dO, m/z 157; (c) °C,,"°N,-dI, m/z 146 and "N -dI, m/z 141;
and (d) P"C4"”N,-dU at m/z 237 and °N,-dU at m/z 229 in negative ion mode.



