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Table S1. Formulations for the synthesis of poly(urethane acrylate) aerogels aL-PUAc and aR-PUAc.
	Sample
	Monomer
	Acetone
	AIBN

	
	mass
(g)
	mmol
	mass
(g)
	volume
(mL)
	mass
(g)
	mmol

	aL-PUAc aerogels synthesized from aL-Ac dendritic monomer

	aL-PUAc-1.5
	0.73
	0.52
	47.9
	60.5
	0.098
	0.60

	aL-PUAc-3
	1.74
	1.24
	55.3
	69.8
	0.098
	0.60

	aL-PUAc-6
	1.22
	0.87
	19.1
	24.2
	0.099
	0.60

	aL-PUAc-12
	1.22
	0.87
	8.9
	11.3
	0.099
	0.60

	aR-PUAc aerogels synthesized from aR-Ac dendritic monomer

	aR-PUAc-1.5
	0.89
	0.70
	58.0
	73.0
	0.098
	0.60

	aR-PUAc-3
	0.46
	0.36
	15.3
	19.3
	0.098
	0.60

	aR-PUAc-6
	1.47
	1.16
	23.1
	29.3
	0.099
	0.60

	aR-PUAc-12
	1.47
	1.16
	10.8
	13.6
	0.099
	0.60
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Figure S1. 1H-NMR spectrum of aL-Ac in acetone-d6.
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Figure S2. 13C-NMR spectrum of aL-Ac in acetone-d6.
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Figure S3. 1H-NMR spectrum of aR-Ac in acetone-d6.
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Figure S4. 13C-NMR spectrum of aR-Ac in acetone-d6.
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Figure S5. Comparison between the theoretical (blue) and experimental (green) mass spectra of the pseudomolecular ion of aR-Ac. The species is identified according to the mass accuracy and the isotopic fitting information obtained.
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Figure S6. Comparison between the theoretical (blue) and experimental (green) mass spectra of the pseudomolecular ion corresponding to a fragment of aR-Ac bearing two of the three branches of the monomer. The species is identified according to the mass accuracy and the isotopic fitting information obtained.
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Figure S7. Weight loss with temperature (left) and derivative weight loss with temperature (right) for poly(urethane acrylate) aerogels aL-PUAc and aR-PUAc, as indicated.
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Figure S8. N2-sorption isotherms for poly(urethane acrylate) aerogels aL-PUAc and aR-PUAc, as indicated. Inserts show pore size distributions by the BJH method.
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Figure S9. Left: CO2 adsorption isotherms at 0 °C up to 1 bar for the aR-PUAc-xx aerogels, as indicated Right: Pore size distribution calculated from CO2 adsorption data.
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Figure S10. Left: CO2 adsorption isotherms at 0 °C up to 1 bar for the pyrolyzed aerogels aR-PUAc-xx-C, as indicated Right: Pore size distribution calculated from CO2 adsorption data.
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