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Figure S1. Determination of the molar absorption coefficients of the gold nanoparticles .
A) Absorbance was measured as a function of concentration at the absorption maximum of
520 nm for the citrateeAuNP, and at 524 nm for the ODN-AuNP. The concentration of the
particles was calculated as described in the experimental section. B) Molar extinction
coefficient spectra for citrate-AuNP and ODN-AuNP.
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Figure S2. Determination of the average ODN loading of ODN-AuNP. A) Gel electrophoresis
of *P-labeled ODN of known concentration and **P-labeled ODN from cyanide treatment of
ODN-AuNP that were titrated with a known concentration of PNA-DOTA. B) Calibration curve

generated from lanes 1-6 of A).
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Figure S3. A) Temperature-dependent fluorescence curves for A) Cy5-PNA-ODN-AuNP and
B) Cy5-PNA. Excitation was carried out at 633 nm and emission was detected at 663 nm.

The high fluorescence in the first heating curve (25-80-1) is likely an artifact.
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Figure S4. Van’t Hoff analysis of the melting temperature curve to yield AH and AS for

3]

Temperature (°K)

350

0] 325 330 335 340 345

i ¢ Free ODN

@ ODN-AuNP
i ——Linear (Free

ODN)
] y =133.25x - 53182
R?=0.9904
J [ |
i y =82.579x - 38630
R?=0.9652

PNA+ODN duplex formation with free ODN and ODN-AuNP. The fraction single strand data

from Figure 6 were converted to K¢ values taking into account the concentration of ODN and

PNA used. The Keq values were then converted to AG values in calories and plotted against T in

degrees Kelvin. The slope from a linear fit to the data gave AS° in cal/deg-mol and AH® in

calories.
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