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THE ASSIGNMENTS

A conventional backbone assignment procedure was performed for RGG3 in the free form
using HNCO, HN(CA)CO CACB(CO)NH, and HNCACB spectra, by which 'HY, °N, *Ca,
B3CB, and '3CO chemical shifts were obtained. Because of the inherent sequence redundancy
of the Arg-Gly-rich region, the assignment of the residues within this region is considered to
be challenging. However, the residues other than Arg and Gly could be successfully assigned.

As an example, the assignments of F494, R495, and G496 are demonstrated in Figure S2.
FIGURE LEGENDS

Figure S1. The evaluation of equilibrium binding of RGG3 to either Telo24-FITC (A) or FITC-
TERRA12 (B) by fluorescence anisotropy experiments. The difference in the fluorescence
anisotropy value between before and after the addition of RGG3 were calculated at each

titration step, and then normalized.

Figure S2. Sequential connectivities of '*Ca and *CP chemical shifts for F494, R495, and G496
of RGG3, which were achieved by backbone assignment procedure using HNCACB and
CBCA(CO)NH spectra.

Figure S3. Chemical shift perturbation patterns for the amide "H and '°N resonances of tyrosine
and phenylalanine residues or RGG3 on the addition of an equivalent amount of either Telo22
(A), TERRA24 (B), or both (C). The spectra of free (green) and complex (either blue, red or
purple) RGG3 are overlaid. The amide resonances of tyrosine and phenylalanine residues of
RGG3 in free form (closed circles), and in either the binary or ternary complex (open circles),
which were both assigned based on the assignment made in Figure 7, are connected by arrows.
The signals of amino acid residues with asterisks were broadened and disappeared on complex

formation.
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