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Supporting Information

» Sequence effect on the G-Quadruplex "cation" spectra
» Scheme of the exciting and probing beams

» Computational Results on Stacked Dinucleotides
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Figure S1. Sequence effect on the transient absorption spectra recorded for tetramolecular G-

Quadruplexes at pH 3. Red : AGGGGA at 3 ps; cyan: TGGGGT at 2.5 ps (from reference [1]
with ACS permission).
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Figure S2. Schematic representation of the exciting and probing beams adopted in the
nanosecond time-resolved experiments so that to determine weak transient absorption

signals. In red: part of the solution which is effectively studied, the blue part serving as a
reservoir.

Computational results on stacked dinucleotides

Two dinucleotides (Figure S1) were optimized at full QM level using the same protocol as
that used for G-Quadruplexes, i.e., PCM/M052X/6-31G(d). We considered the stacked
guanine-adenine dimer at both 5" and 3’ relative positions. First, we optimized the electron
hole and found that, in both cases, it is localized in the guanine site (see Figure S1). Then,
we computed the corresponding absorption spectra (Figure S2).



Figure S3. Spin densities for the optimized radical cation in the dinucleotides; pink: guanine;
green: adenine; grey: backbone and counterion.
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Figure S4. Absorption spectra computed for the optimized radical cation in GA (green) and
AG (cyan) at the PCM/TD-DFT(MO052X)/6-31G(d) level of theory.
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